<AV T I EZ—DHD

U\ R R O B3

%S 15360428

TR 1 5EE~TR 1 SEERERREM/ME

(B Y

% (B) )Y

RARBEE

TRk 1 943 A

HofEE WO B E
i BRI LA AR I



XL E

A7 YT 7 A—E, BUNRER T E I ERLEEREIT) 2 E TIZ
ROMISIERE LTHR STV 5, /NE7et A XOREE % S80I
T L THEEBRBIZHIST S [N 77 o7 ZEHRICEBRET ST
Do LIZN- T, REBRBEREEZ BT (A7 —nA7T v 7| ZRHRICH B
THONTE RO OSBRI HFRICIIEATE RN, v~ n 77 72—
DIZDDOHF LWIS LHEDERRBEENTWDLHLTH 5,

VA 7 B SERICOWT L AR TH 5, eSO T, Sz L -k

(SRR B EF LT Ly R E2RUGERICEEL CHW LR TE-, L
2L BV NRES ~ DRI D FeIHI L, BRARENBRE 76T/ H Y |
TS S BE ~EREMR Ry 2 R T 2 BN H D, T, SBA/NS N0,
RFRIAF 38D T/ S < 20T, MIEA OIS &b TEWV I & 8Tk
SND, PEHDEZENNS BRPEE I NCT WVEEE AT TR ERD 5
nd,

AWFZEIL, FROAEI e~ A 70 VT 7 X —DRBEICHA. <A 7 o filifit
OGS D T2 DF LW AEEREE OB A B L7-b 0 TH Y | Bk 1 54EE
PO L 8 FED AFERMIZHIZ Y | TRE R F B &I (B) ) o)
ERATCEMS NIz, ATFROBIRD, ~ A 7 7 fl %8 0 J BRI 06 5 7 fil

BEHR T ORIROER & 2UTFENTH D,



N

o

Vi

M
MEAERSE . BIIEEZ (B EERERFE LA ER )
WHgeo s o LUEESE (B ERERFR LA ER B F)

St

F & % (GERHNL - 1)
R fRIBERRE & &t

SR 1 5FE 4,500,000 0 4,500,000
TR 1 6 FEE 4,300,000 0 4,300,000
e 1 7 AEE 3,000,000 0 3,000,000
Rk 1 8 4FEE 1,800,000 0 1,800,000
a8 &t 13,600,000 0 [ 13,600,000
7’ R K

(1) Z=oEE%

S. Goto, T. Tagawa, S. Assabumrungrat, P. Praserthdam
Simulation of Membrane Microreactor for Fuel Cell
with Methane Feed,
Catalyst Today, 82,223-232 (2003)

T. Tagawa, H. Shimizu, H. Yamada,

Effect of Silica Layer on the Catalytic Activity of Platinum on
the Silicon Chip for the Microchannel Reactor,

Materials Forum, 29,205-209(2005)

2R~ A 270 )T 7 & —,
TFIANTV=XY 7 50,203-208 (2005)

T. Tagawa, S. Aljbour, M. Matouq, and H. Yamada,
Micro Channel Reactor with Guide Line Structurefor Organic-Aqueous Binary System,
Chemical Engineering Science, FlIf/|H



(3)

BETERAE

T. Tagawa, A. Kanemoto, H. Watanabe, H. Yamada
Preparation of Platinum Catalyst in the Silicon Microchannel Reactor.,
Regional Symposium on Chemical Engineering, (2004)

T. Tagawa, H. Shimizu, H. Yamada,
Effect of Silica Layer on the Catalytic Activity of Platinum on

the Silicon Chip for the Microchannel Reactor,
3rd  Int. Conf. on Adv. Materials Processing, (2004)

H. Yamada, H. Shimizu, A. Kanemoto, T. Tagawa, Y. Miyata,
Effect of Supports on Micro Catalytic Reactor,
Intern. Symp. on Ecotopia Science,(2005)

T. Tagawa, A. Kanemoto, H. Watanabe, H. Yamada

Effect of Surface Treatment on the Catalytic Activity of
Platinum on the Silicon Chip for the Microchannel Reactor
Int. Chem. Congr. of Pacific Basin Soc.(2005)

T. Tagawa, A. Hirano, H. Yamada, S. Goto
Reaction of Benzoyl Chloride in Organic-aqueous Binary
System with Micro Channel Reactor

4th Intern. Symp. on Catalysis in Multiphase Reactors(2005)

T. Tagawa, S. Aljbour, M. Matouq, and H. Yamada,
Micro Channel Reactor with Guide Line Structure for Organic- Aqueous Binary
System, 19th Int. Symp. on Chem. React.Eng. (2006)

R ¥

B ZCERE)
b LHFOMEHS 40 THELT 206 L), #HEE, 2006410 H

(LS, H)IEZE,
HRIZZESHE o v o7 45 THRIZESEZ R LE—F o+ % |
=R, 200 743 A



FLAZE 1
1. A7 O REGIOER LBFASMEDTR 5
2. YarveA4o80F v o RILAAD 37

BEMERARDI-HDY = /\—HINE

3. VYA ERERW=-TA Y OfERIGEEOER]L & il ji S & 109

4. BJBZHRBTAODYTFTHA— 177

5. HHYIC 197



1. AU OMERSHDER L
HEFEEARE DR R

1—1 #

i

1—2 ~A47al)7yx2—

1 =3 A7 ufiSgs ol

1—4 MEGERREORE

1—5 %E&

1 —6 fAREEMEOTR

1—7 #&5

2% 3k



1-1. #%3

~A7u )T Z—=%, ALFROSEIT O OIS NS 3RICHEERTH Y . ERER I~ 78
T /=07t Ao THERINLG LD TH D, @H 500u m & D /NI WEROFEO® RIS
ZATO. TOMWREZR L LTI, XEE. BAHE, BEHR NS0, PFEEEREIRO X 5 12ER E
CINOOEENEBMEIN TV D, HFEOT Y a2 EBEOMMMN LERNSELE L2 ik, ~A 7
R YT 7 —ORENREL Y FOMIR - BEN/EATE TS, v~ 27077 72 —0OEX %L
FlomRT,

RS
IN  F100um - oy

| / |

Vot l

/

STARRIE \\
1 "‘J1 00
#3100 44 m RSER

Figl ~A 7 a7 7 % —DHEX
~A YT Z—0FEVE LT,

O BAHEHZ Y ORRBENKE N
~A7a T Z—TlL, BEEHT-YVOREREERKELTEI LN TEL-DARY
SUSINRELATH T ENTX B,
@ VA JNZENNE WO ER LT
VAT BAT LD TIEIL A 2 VBN L2 ) BB ESITER L3 = O R4 BN
B2 0 ZHRORIGAERY) O 5 B RS FIREIC 2 5 LI & h 5,
@ REHREEEICHRLATZAD
FEE RN I N DI BONEPZ D TEY, ZIUT LD | KBRS L4 5 K6
L BRI E TG A LE L THRIENESIATZ DAREERH D, 7=, BEREEHEIC X
DEIUSEMZA D Z EMTE D20, AMLEHONER EHixind,
@ RIGRD/IE
AERMEYHLVITEYWOREELIT ) GEIEDTH D, TV EOFED 2 BERIC, RIEE %1
HMGTHZEHLTED,



LV bOREFOND, OOFHMIZHHD L HIC, v 7 a7 o & —EfROSCFIE TE L,
V7758 —30 OMBEOHREMAPERN L, RIGHEMEKRT 2 Z R FHEENS, ZhDLOBMILE
vA 7T 7Y, BIEERISEBZ /NS Lt LN 120 Thl | (LERISFDO L DICAE
WL B a5 2 D HEME b OH LWEETH DL L V2D,

AT T, MRS & OB Z I L 72 OSBRI D= D~ A 7 1 ) 7 7 % — Ok, 1B,
Ml AT D 2 L ARV Y a4 7 aF v L RAOERL L F v R~ OB E 51T oW TR
L7z,

1—2 ~A )T I —
1—2. 1 ~A27al) 77 X—fF308%D

BIE, ~A 70 )7 72— TEFEA~DISHAPRF SN TWS, w4 7 a¥ A XDk H— 7
7 Fax—F— Hl#EERKREEERME LY AT % MEMS (Micro Electromechanical System) & FE
5o MEMS DAL« SA F~DIEHE LT, 1KOF v 7D LTI 3 A5 %217 5 BE121E, 1 -TAS
%7213 Lab on a chip, Micro Chemical Lab &MEEN TS, 1997 I KA Y TvA 27 ) 7 o & —
T 58 1 BIOEBESFESBFME S, 1998 FIIIF 2 (7 AU H), 1999 FIITHE 3 (K1) OR#E
MEAPNTEY, FAY TAY BB T MBANEITL TS, BREICBIT ~A /)T o4
—OMERHIIRCKIZHENBhEZ &> TBY | E - B - FORREEICE 2 EHEOHERE TN T
%, KEIZEIT D MEMS B#EDOMZRFIL, [Ei# O Defense Advanced Research Projects Agency

(DARPA) 72 ERZHEHAT > TND, A Y ) —Nig EORKIREBIOSRE 2= v b ZMIALTE <A 7 1 ff
K& FRUREVEH (PEM) OBRRNERLAERE L S, Battle BF%5AT, MIT, Case Western Reserve X
e EBHREZED T D, BRINTIE, 1995 FEHNOL A 7 n T 72— AL REED 7 u ¥ x
7 EREDLNTWD, BRI, (LFARMORBIEZEY BN E L-7 22 =7  TKey Elements for
Application of Microreactors in Multiphasic Catalytic Chemistries] N#E{TH Th 5, F7-KEH & R
<A 271 PEM Y27 LAORFEZ AR L L= 2 =7 b TMicro Reactor Technology for Hydrogen and
Electricity] 1O LN TWD, HATEH, BRFEEALVERKEED T oY 7 vRHBENLTE
Th b,

1-2. 2 <A 70U 7r5—oEasE

O. AHILEY D7 v FALRIG

Chambers & Spink |I~A 270 ) 77 Z—%2HAWI-FE LMD 7 v BLRIEEZBE L TV D, BHO
FOSTIIBBANEM L | HEOREEZR Fo W AEZRANW-7 v BN~ 70 ) 77 24— 05 ERR2ITL
NOERLATZADZ EER LT,

=y TVETATEROER LT, EEOVESH 500 mDiE (A 7 aF v xu) O—HignhbEEL
RLEBICEMOBEHRAE LV VR T THRLU, FY o RAVOBFND Fo / NeHRE~<wAT7n—ay ko
— 7= HWTHEATLIZ LIRS EIT> TS, Fv > R/VF Tk eylindrical flow & 725 Z &C &
V. [URDIREDHBIZRY RISHHIERICEI D, EA8ELEMO 7 v FILOBRICRET LHEBED



BAEEROPIHHAORBAEVBEEZR T Z LI Lo THERMIIES Z LN TE 2,

Y EATAERN7 v FBILTEEN R HIETH LN, RERBBEEZME, KSHEAREClEBETH
HTENG, ERMIIZIEHWVDZEDRE LW, w4777 8—%52H052 LK 0ERIIHOHE
BN BT v LD ATRE & 72 o T2,

@. HHEREKE~DISH

Merck tt () Tid, HHBRELZBEOEMMZ AT HIDIIH AR =M LEY L FHERRE L DR

WAV T — kAT 5EREIT-o7, ZORIGIREBEHERIGTH Y . ERUSIE 10 7T
TLU, ROSMTREICEETH D, ERIERDBER LY, RIEHE LICEATE L0, RO FIE
TN O DHIEE LV,

FIT, WHITET, ERECTRERISKELRET Lz, TO/BE., HHBET, -40C, 30 T - HOR
Fath G OREIE T T5HETHRIYE 88%DINETHZ, I THLNATFBEE 6.83m8 OIGEIZHE
4oL 12%71Eo72, ZOBRE, SMHRNGOMARENIL-20CTE 2 T2ONERNFERTORRE L E 2 L
Too MIURIGZ~A 7Y 7 72— ($RE 2x16 F v /b, 40mm@iE)x220mm( X), 18RS TIEE 5|
) ZHWTITY &, -20CTH 95%DINETH 72, (FRIELIT 1.5mol/mol, Fid 2L/h OfE 7 o —
AT LEMER) ZOEIICA 7 n )T 7 23 PERETITER LIS WIEMREERIME & . 33 &Rk
EDFTERWVIRE., RISREOERRRE, SlIEHATZ2720, ARESRIELEMORIED X 5 IZHREMIC
EITT D UG % KV RANATH) 2N TE 5,

®. BRAMA~A 70 )7y 5—")

EBROCRIE~D~A 70 ) 772 —0EAIc L) NIKGOKIEAES . (218 RO FEm TR
PERZD EWVoTZREBREZLND,

KA > ® IMM-Mainz CIXEEERHO~A 70 ) 77 2 —%28EL T, =y F 7L L—W—Hif
ZRAVWT, BHOUNREE L — FPROBEREZ DIV T 74 —%8EL, A% /) —LHFT
4-methoxytoluene DL #1T>7- & Z A, 4-methoxybenzaldehyde 73 ZIEE BN R EHR  BIE 98%
THRONTERESNL TV D,

@. PRGOS 2

AY)— RIS HO~ A 70 V7 7 Z—ORBIZBWTIE, 7 affiE OB F 55 7 B O ML IE MR
B2 OB T A0 BN RERBEL 2D,

—HOBELE (Cu0) (X7 a Lo mbDT r7ulb A U AEDOEDOTE]ET 0w 2B HBERILK
JIROfEEE L THWSN T AR, ZOBLKIGH~A 27 ) 774 —2H0TRIEATWS, 22T
uﬁﬁi7u%ﬁ@ﬁ*ﬁ%®??V*wiﬁ%W%?ﬁMLtkm%%miiv4&mU?ﬁ&—&b
T%Uﬁ%bfb\éo ZOBEABICE > T, 2K Cu DIFEAER TR LU 2T 71 LA Ayt

*%ga—ﬁm&m%(cmm BRI,

v A7) T 7 =BT DR R AT XA ESREBLEUSOF L LT, ﬂ%ﬁ%%wt%
NaA—=NETNATE RANBRTIRIELWMEIN TS, Fr o RA VAT LAR—E L THRIENS
FAMGENBETHRNTHONIES 1L, ILRVEL D ENBEEINATVS



HEMBIZ LT E=T O—BILER~OBLRSbBE SN TS, 0w 27 a7 74— 15
x26mm2 DY Y v ayFRTHY, ZORICH AFiEET-HD 0.55% 1.3mm?2 OW¥iE s &> T
BFv o ARy F o T7ENTNWD, T BF ¥ RCEBWTRIGHEDIRE & LD b % A geic+
Do T FMITIE SIN-Al 7L — hTH v v &N, ZORMO SIN SO S LCid-5< B4
DEBNILESNT VD, A7V T I X —5HTHILICkY, BAMBLNI L, RIEORD S
BB TRELLTWDEZ L, Fr o xABEEOV Y a vy ) ar ERAERIIRROTETHL - L
REBBA LN T,

FLNKROERE B4 SiI~A 70T 78 —%FERL, XL B OREREF T, VU3
FEREBALL TREIC SIODEEFK L, 74 ) VI T7 4 —2k 02U ar iR EIC Si0s D~ A7
WA= EBR LT zy My F U 7L » THREEAER L7, K2 B & RIS, RS
(ZIZANR Y Z Y T E->TH500um D PLEEERL, Zhafitl LTHWTWS, BONEHEOE —
B—h BWMOBMIZERBE L, VARBOTHD AT L RE & RIS L CERO T2 575 2R Tl
BEAGLTY T 72 —5ERL T 25, RIGETOT/HER, ~A 270 )7 7 2—OHOTiERr¥rey
Ja~IHURREEIN, Y7 uaFt Bl &N o, KIGRE 150~250°CI281T 5 . B
(T DR DORISEOEBREN TS,

Pacific Northwest National Laboratory (PNNL) @ Robert S. Wegeng. Larry R. Pederson®’ &%
BEIEMA D2 N7 NIOKRBBEBE L LT 7 0F v o 2AEFH L, BESHE, RISER]
TEERRE L TV D, THE TIC 4 DORARUELRE KO 24 UL EOBHEB G L=~ 1 7 uF ¥
PANERH U AKERSEEE Y AT LAV TEREZITVD., BV RLX—EE2ETND,

%72 PNNL @ Jamelyn D. Holladay, Evan O. Jones® 5%, A% / — L& -REINEERY A5

At LOER L TS, BRELE LTRA Y/ — A aHW D & 9% D ENHE T 200mWe DKENRAER LT,
ZOVAT LTI, RISULTIZAZ 7 —/VE 1mol I8 L, 3mol DARNAERMT 5 &\ - - BB 22 RS R
RERLI-EBMEIN TS

1—2. 3 =AU 7r7—0RERI

INT A

EFERIG « ERAB~O~A 70 )77 2 —0OISHICE L CImE, MEESEREND, LTIy 7
7 2 —BURIZHOW B ML & 7R~

@. LIGA Hiff

KRS 7 v ba U (AR 0.2~0.6nm) % AV, Polymethyl- Methacrylate (PMMA) % L
VAMIAWD, VYR MEEE Imm BEETESTEZEMTE, 7ALY MNEOE OB NI
ARETH D, BN - BBEBIER LY —VICEBRA v X2 L, 2BROBMEEY, T—L RTF5
AF v, &k, B7 Iy s OlEREEET S,



©. Deep RIEZL BT Varom7 AT MNEMT

Reactive Ion Etching (RIE) #®E XY, YV aroF7 A7 M LTAMEESN T 5, RIE BE
FEAMOT yF T THDH, BClsBEDERN A EWFHIIIR S FRNI A T A 2T T+ Z Lo &
V. RENHKE LA E DFRANERE L TRS FROT y F o 7 2 REXES, txid, IC7rE A
D~V FRRE BRSO G, Bx 2B ~OISHBP I TN D,

®. v—H¥—hL

ITX e L=l LB~ —T T L3 NI BMIE, V- X—% LIFTIEERE
RATZAOMITIZHFHT D ENTES, TRV D—FRA MRV A IR EDTTZAF v 7 DI
TICH@ELTWS, A7 A, £BINTIZIE 198nm @ ArF, 7°J 2F v 7 O TIZ1E 248nm @ KrF %
WA ZEMB, REET A L—HF—RYAG L —H—Z L DIERARREN TIC A, HFORA YIS ER%
FIE> T DO TITERERORE Y LR D7, ERWRITTIATE S Z LERFETH D,

FoMict Hot Emboss I T.. £ 4 E—AML WS THFERH 5,

A i

A )Ty E— BT A EMANLTDEFREO 2L LTHARRRS S, v~ 7u ) 704
—D%E., TOMIVary IR Iy s, @B, 77AF v 7 ENLRY, TRFRIIL
ClevA7u~y =0 ZICE VM LSNMIMEEREZ BT HHMN OB END, LEER-T, Zhb
DER DAL TIZER LTI, @RI X 5B O BERE I L 5 MUMEEROBIE L bl K
BB TENEEND, UUTICHUMEEROMAL TIZHE L 72BE HIEIZ DV TRT,

@. vV 3 EEES

VU aVESEERTIEY Y a3y ) a v EREESE L TREOEMCLELITH) ZLizky, v Vayr
Bt FEHEIZOH B2 L, 2oy ) aryERRuFE L2 #MEE 52 L2k OH ER ERAKERES
EZ LTV avEREIERTEET D, BELEZY Y a3 ER%E 1370K Bl CELET 5 - Lo kb,
B AFEA FUS 2 R TREMICV ) a v RLEDFERICE S,

ZOHEGOREIZIT. @Y ) arALoOEEEERATRE, )T ) 2 UEROBEBFICNENFE, QAR
PTOTaERATHD, EWVoltbORFTLND, ZHUTLD, YV avRNMTHEED, K4 %
U=y PR R L OB TEET 2 ENFRETH D, EEESIC L BB E A L2155
LM TED,

@. BmES

Bz AII ) ar EBEEREREOBEVN S Ly 2 ZAH T ZERNTITY, YV arv o2 ERE
P T 670K IR ICMEA L 7REET, U7 2B VORABELHNT L L, HITARNOT AR Y A F
CHBERICEL o TBET 27O RmEHFICEMEMELIREN, HTRET ) aroficEES a4t
LD, ZOBESNCETHIRAEL YV arRB5EHFRONDIZEICEVF Y v 7N EL D, T5

-10-



CRFERBDPRELSRY, REERDHND & ICERIBEHBAIENY . EELRML CEHES AT &5
(2 < 72D, BRERENTIIH T AL LY a 35 L, HUNEEZ T R CZEMEMBICH Y §ES 1T
KEmd, € L TEMEMBEOILRITIEE Y, ERIIHEN L 25, BERE CIEERENBOBREA 4
YOMPBRBEBFRICLSTHEBL, RETLY a b T ROBENEEEE LTI LEEILRTNS,
COEEOREEIIT. @I T AL ) a OEEEANTIE. OV T 2L ) 2L OBFICIENRE,
@ORRZPOTrERATHD, LV olmbORNEFLND, THICEY . B O U a2 AN EHEIN T %
TIENARTHY., 05 AL ONBEENEL SR EL T LR TE S,

51 Sk
1) JCHE#MEE [~ /)77 4 —u— Ry 7] (2000
2) AL¥ LY 66, 53—177(2002)
3)  LFETHEZ 66 FFR TR, 1207 (2001, & &)
4)  R.S.Wegeng et al/Fuel Cells Bulletin 28, 8—13 (2002)
5) J.D.Holladay et al./Journal of Power Sources 4630, 1—7 (2002)

-11 -



1—3 ~A 7 uflRISHOER

1—-3.

1 <A77 aFx . xOfER

~A 7 i RORE OEEIZH T . ETIEY A s nF v o (REHEE) OFRICERY A, BRE
BT o7z, ROSEROFRICIZ—MRIEEEREZETHNONL 7+ N VY I T 7 4 —OFEZ AW,

D 74 IYTT77 4 —=DOFEIIONT

TH NV VT TT7 4 —DHBEZONTLLTIIRT,

@

@

®

®

) arOEREBRIET D,
Z O LR LEBIE THD 7+ LY R FEBNT D,

ERL LT~ A 7 aF v o AN~ R T AX U T 2TV, BFE—LxBHLTE
HE2IT I,

BB ZATV, DB T8 IITRIER B S D,
Ty F T EATV, BB EOBRAIEZ Y BR<,

HFUMICAEZAT ),

B~ A 7 a KIS OMERICIL, B LT-~A 7 0 F v o rUBE R 45 2 i S8, ity
IhgR e L ThO~wA 7 )72 —5ER4 %,

-12-



ORAE SO @HH

Si Si

T+M LT AR Gy Fo 7 &
QL Ak Bt / SO, LA

v — —
Si Si
o
E7E—A .
omt | S e

ipLily |/

= SO,

5 Si

Fig2 74 Y Y757 —DKH



2) YA uF X ARNONRE AL T 4 DY YT T T 4 —OFE S

<A 7 afERISEROERIZZ + MY VY T 7 4 —OFEEZANDICHTZD, v~ A7 aF v FAOR
B—V BRETHIZDODT AT DIERBPMLETH-T, £ CEFTAAYVaryy 7 hafnT, BfET+ R
JERERTHZ LI LT, S, ERLIE~ A7 EEH—ML—HF =LA 7 Pz hOFRHOTY
YEEROTHRIL, BEMBETEOREL R TERICRAZ L LTHWDZ ENTEX DKL,

REMOMREZ /NS THIEN, BBIERLIEFN RGN, L—F =TV o ZERWIZHETIE,
A7 VYU FERAOVERAELY LARBRAGONEN, M —OBELR R S, B ETE 2,
THEEFTRRONT, A 7V xy TV 2 EROWEGAIZE. BRO Ky M X o THEEZ R
DEELNTN, A7 DBRBEORZIIZEI>THYEIBRFALELER->TLE-T, EEH— FOM
B, o= MNREOHINLA V7 OIS EF— kLRI @b&#ot;&B%KQh\V—%~°
Vo BEHWTRAZEERIL, 7+ NV T T T74—%4TH 2 &EICLT,

%%Lﬁﬁbtvx&%%wf7fh)/7774—%ﬁotﬁ%\727®b%—®ﬁ%#4f%ﬁ
L, LY MR EFLOLARWEFTBR LN, ZOOTEESE—CLhVWEFRRLNTE, 202
EMDLYAIDONEEE LT 5720, Bl BiARol FIETY R BERT L EERFTL. Fr v xan
Z—=AZOWTHHMBETDLZ &L,

ZZTFRig3 DR F v o RN F — 2 %X a7 NTERIL, A3 VA X0 @A IR L
e TNEEBECEEL, BAZHWTHAIZRHLAAL -RBL 7O AT TRE L, TLTHARLE
TANL LB SN TF ¥ o RN NRE = v A7 L LTHWHA L EE2E X T,

BB THELI-L ZA, BHY— MIHIR L TERLZw A7 IR F4OROKRI B —T, ¥
PRGNz, (RN - K 300um) £ TT A NLEGOVIMY . HT ARITEEAZ A TR £
F7e TNEHWTIZ Y= A —AIZTT74 NV VT TT7 4 —%{ToT,

Fig.3 {ERL7=~=R7

FORBRUBNMIHRT, VPR FETRAIDF ¥ o RJNANRE = BT S L9120 ar iR bEico
VAHZENTEF, UTIKER L7+ N V757 4 —BEOFEMICOWTHIERT 5,

-14 -



F ¥ UV RXNMERE COFIE
Y arEREY TR bR TSR

!
- BRILMIE I -+ -+ 22 1000°C T 6 RrfEAVLEE
l
< U o AR BE - (HNOs3 : HC1=1:3) 10min
(H2804 : H202=3:1) 10min
l
cR—=F 7 -+ + 150C., 10min
l
- LU R NEAR s AV —ZHWTL YR N (BREMET3 EPPR B AAI7 4 F L
VA L) EBA
l
Y R—=F T -+« 100°C. 20min
l
- Bt < e EAMVRIRAT 10s
l
- Hifg <o o BRHE 2min iRiEE. U 2 AR 30s RIE
l
s IRA fR_—=F o J « + + 110°C., 20min

T a EROBEEEZITo-, S E7-F/K (HNO3: HC1=1:3) ich vy bLzv Y a gk
WA A, 10 3% E0D U TRBMAK THRIE Lz, Z0%, St (HeSOs : He02=3 : 1) FITHAR
A, 10 DHBED H L TEMATHREF L, TO%, EFEH TSR LIELE,

FENTUY a VHERICV VR M EBAT DENZ 150 CICERE L 72— 27 4FI12 10 SRAN S Z & TKSY
YRV, 2O%RL YA N (EREMETER EPPR X AR 7 4 h LU A R) 23U a U ERICE
fMl7z, YV avBER~DOLIA NOBHLLEHS 2D, LY A MBAOBIZAWS 2 ©F— ol
LR ZEI L, LR MR8 LT, 750rpm OEHGEEIZERE L, 125 FERXE 5 & W 1= HiED &
b L YA NOBARENEN -T2,

Z D% 100CITRE LTe_X— 7T 20 5TV "—27 Uiz, ZO%, BT H-OBNEE (v 277
TAF—) ITERE~RA By FL, 10 DEENMEERF L TEX L, VT, BB 5088

SR L7ctk, U o ARICHI 30 RIR L T4 E&21TV 110COHF T 20 pfl_—2 Lz, 2% T
DY A U ERA~DOEEE T L OHEX Y Fig.d4 (217,

-15-



Bt sio, .
uv

= [l
— B
sl

N FE L -ESO L
A Rl

Fig4 #E%[Y

ZTO#%, UEORIZLTLY R b2ORLY ) aVEREFEREICRLRY, Y=y by F L 7 %A
WTwA 7aFyr e fl{L, RIZxE v F o 7 HEICOWTIRET 5,

3) Yxv bhZouFrd (w47 aFx 2 FLOER)

W= BEE LYY 2V ERAREICRLIF Y . HF-NHJF IR A KA K
KO KOH KEEZHWT vy F o 7TV, MBEFERLE, v 78F xR0 LICENT S Si0: 0
Ty F 72k, HF (CfREAl X LT NHF 2% 7- HF-NHsF BRAKBRIEIC S5V =y by F o 7%
10 43970, MR Z RO CL YA FEFBEELT-, 7T F kiR KOH KiFiE T Si Ox v F 2 7 %170,
w4 uFr o FZAEERLEZ, ToF L SBOL ) 3V EROBTF R Fig. o5,
ToFrTEE
HF-NH.F B &K (&A% C HF : NHsF : H:0=0.07 : 0.34 : 0.59) = F> % 10 min
— LY R MNBE — 7T ki — KOH KiFiR (30wt%) = F 7

KOH KiFiEiZ L 5= v F o FIFfi R CNREE 2 RET+ 5 Z & THIE S 2 L=,

TSR S OPE T RED~A 70 A -2 —%FH L RS h B2 B Lz, Z0%%
OEAAIZE N, AfETYA 2 A—F—Z2FfH L TREROGIETMEEITI Z L L,

= 16:=



INETRE Y=y by F oV HITWVMER LI OREZNE LI L 2 AR BEVNLDOTHS0 umT
bolz, MMIEEA300um THAH, 100um OFESEAQET20, KOH KEKIZE 2T v F o 7I5E &
WNREZFEH L TE/R, 50um UL LORSE[/HICITZOHECRBRARH L LEZ LN, FOER
& LTHBBALUND LY o v BREFEICFIET S5 SiOz A5, HrfilfRil & 4z Si Lkl vy F o 7 ahn
TLEIHEBLZLN, HEOERIOBEMZOWTIL, SiDHAE BRI v F L 7 TXx25 TMAH (7
RIAFAT yE=U A=t Fax ¥ F) FilEEMAWEZ L 2RI LA,
UTOICo v F oV HE#EE LT,

TyFrSEE

HF-NHsF iR & KEiR (E &L T HF : NHsF : H:0=0.07 : 0.34 : 0.59) — < F > 7 10 min
— LYRAMHEE — 7T FBEF — TMAH R (25%) =y F o 7
ZZETOLY aER~OREEZ £ L OHT-HERX % Fig.5 1277,

HF >~y F» 7 TMAH ~ v F 7
LY R MgE M ORR(L

i (U]

Fig.5 M=

4) VT2 B === aRmE NS AEDESIZHONWT

VT 7 Z—=RR=, LT aEREHTAREDEGIZOWTRG 21T, ETHSFEL LT,
YIIv I ROEER (TrrE7Iy7 EHEAR FZHVWAEES. VI RAOBRICEIAT U 20 KK
LS (U7 AOMEHMEE THELZ EFiFodiz, vV ariReET 7 2RE2ERTANL, F0 L
NOMETDHE) IOV THRELE, LiL, H7RES U avBRAESTAZ LR CE Mo
O, BIEE DT THEEZITHIBBES L 0 HIECOW TR LT -, sS4 Fige (271

1

W%
g o B
=y kL —k

Fig.6 [t & Ok

=77 =



ES O LTI, Ay b7 L— b LEIZVa  ERAPEX, FO LIS Ly 7 AHT AH
WD, BEEBITELONSAL Ly I AHTAO ERIZHTDH, FOEOENEEL 200~1000V, INEE
BEAS 180~500C L 4L, YV a v ERENA Ly I AN T AORHEF BB G E DL D2 L THIAN
HEEINDH L Va2 KX THD, Mz 20 TiIE, MBRETEN 7 A TEEM L2 FFORKERE & A7
TILENRTELD, EBMERST NI VAL AV FBEBIZEE TN, +3L2 Y artoRFst

IICZEREMOBEA TE S0, BERTOIZLAENZOEMEMBICHND, HFTRELYaLD
FEIXRVERZMD Y, WM IXFFENCL VS E Ao TEMT 5, L THIR ALK E <
HZETHMENERTHEEIND

EFFTPHERE LT Y a v BERONRTERL Ly I AHT ADNFTEZRNT, 5 TE 3R LI,
ZORE, MBGREE & FINEE 22 S TRF L, NEEEE 215°C KT8 250°C T 1000V OEE %270 7-5
BBV TL Y av RO ENRL Ly I AT T ADEESHHERTE-, FITRIC, Y=y bz v F
YL, EBRICHBAEERLEZV YV a v EREBAWTSAA Ly 2 AHTRALESTEIBI L, 2531
Lo 7 A7 ANZIZEE AT AR O L 22 B@ARH T THO, >V = Bl o 7 A EEE 05y & rfE
MEIELIICLTHEZ2ERND, EETELLOCLE,

O LA & R L TRELS o220, 5F TOSRM UNBEREE 215°C~250°C., BEIEAHINT 5
BREBOAR1AR) CREGFEHEETIZ LI TER) o/, Z LT e —4 —%%RA L, MBREE % 380°C
FTRETEDLLIIC L, FRAMTHBICHWAREBOAE 1 A0 3ARITHRT LT, —
ICHINTCE DA ILR L, R E LT, 350C T 1000V OEEZEZNF-HEITBWTI U a0 KL
ALy P AT AOESPRHRTE -, BABROET%® Fig.7 (Zr=1,

Fig.7 BBEG®OKRT

5)  BUSHR O & i EREORGHZ W T

YUALHERENSNA VL I ATTAEEG L L DI, BT AOHEE O L LTRT LR (N 250
um) 2T Iy 7 ROEER (Turtvt7ivs EHEER) ZHAVWTEFLZ, 0T4% Fig. I
T, YV AVEREAAMN Ly VP RAATALORENEICELTIZ, NEA N2 TR LT,

7= BUSFRDEIZOWTIE CsHs DAFEZITH 720, FBH A THD CaHs, F¥r VT —HALLT
HWD Ne DR 7 A &2 L, MEORIEIZ W TE~A 7 o307 2=, £ 5iric FID 4

= IR =



Aguw NI TERWDZLICLT,
FTAER U 2R~ DR S OHEHEIC OV TRFT L T 5, MW, HEFEE LTI, S X M ER
MW HETE (ORBICEEI R 2T HiE @YU a EROFKEBKLUSN O, \’5_"77\7 LTIRE
EREMTDHE) HOOVEERIEZHVD ZEERF L, GIRIECOVWTIE, MRS THD Pt S
Tr HoPtCle* 6H20 KIS 2 U 0 U R TR O~A4 70 v Y U UV THREEHDICEAL., B ESE5
ZETPLtOBREIT) L EE R,

R ORI OV T

fE R L ORMO

NI AR Sy T D Pt Z4HEFT 5 Hif L L C, HePtCls - 6H20 KigikZ V7 7 #—|T4#EE L= X
TUVRAENL VY U EAWCIREEICEA L, RS E5 L TPt OfEEITY AR L,
ATV RABELIYVE, v arFa—TERNTORSIET, JESEERoTL, ZITIR, VY
YVINbo Y LiREESTRD Z LT, HaPtCls - 6H20 AIFK THBA ((5F4 : 6.12,1) 22T
L7ORRBIC L, ERBEN TR 2RI L. MM 2 NSRS 2 2 L 2R L7, (RIARIER &
7.34x108mol-Pt)

RERZHAEHBESETHIL ZA, WHRSETERPRBEANTIHE Y | BEEENTLE LS
ZONHAZWMBIEDZ ENTE o T, I KEIROREDOFRER IR T IEORN 21T > 1253,
BRAEHNS ZOFIETEHERICH A EHBEIEAZ LN TE R0 o7,

iR E OB O

BOMEHIEE LT, 7 A L—4—% T HePtCls - 6H20 KIEHEZ WS L, Ay F7L— &N
TMAINT-V T 74 —HENZERIES 2L TPt 2B SEAZ L 2R L7, 22Tk, ETHAIE
ATV VAEEHEFE LV T 78— ME L, ATV LVABLTAEL—F—D54 0 %0%<, 69
—FH OEIEFLIZ HoPtCle « 6H20 KIFHK A1 T L, WHI SN7=iAs, MBS - Fils N 2 @il 4 5 BRIk Sy
WAL, P OMBNICHF SN Z L2 BIE L,

FlE A RHE DR .

M AIEL LTE, Y av BRI A= LTON T A2 HEET DM, BRI LRSS Ic~ A
7ay ) o VEHNTY- D & HePtCls - 6H20 KB 611 (V77 Z—HNEHE : §96.12u1) #3%E0 =
ATZ. D% 60°CIZERIE LT Hriftl Tk & il St 7=,

F R R ORI @

IR MEEHAWIEFIZOWT bR, (FRLED TV ¥ —% I X MEOREBIIHRT D, BE
BWRETFIZ LD AT S HePtCls - 6H20 KIFIKD I A "&2  IEALTZY 77 Z—iBNE BB IH 3 - b
TPt ZHEFFIEL L2k B T, L, IRXAMERS|I L THREBENZ BRI ENTE RN,
OHMELTIEL, V77 F—ADOEERKENZ LM, I A MEEBAHERTIZTA L ORENK
SWEOWSI A<, TR FORGIN EFEL Dol BEX NS,

-19-



LA EDORRZRE 21TV RIS EE FiE L LT, MEBRFEORNO - U 2 R Lich A
—LLTOHAT AEHEETHENT, (ERLUIEERT 70 ) o VEHO TP o< Y & HoPtCle -
6H20 KIFH A&V iAS, FO%GEEHE CIRAE S5 2 & TR D 2045 L0 ) Hikz v 5
T i LT, AR T ORI % Fig.8 1ZmR T,

-20 -



A28 F v 2r)L

L e G4 = B BV St ol )|
H2PtCls - 6H20 %%V iATe

Fig.8 ¥ A 7 0 F ¥ 1 F /L ~O R i O 8% [
DB, ANR—L LTORL Ly I AATAZER L, FRARAOHBEO L LTRT LR (R 250

pm) EHRE LTV A 7 MRS A R LT, = 2 £ CORMEOHERN% Fig.9 IoRT, £-{E0LE~
4 7 A BERIEROTIE Fig10 (R

fol 4 5 - H*’“”

A e DS

DF v RILAIC Pt 185

Q@EWRIT/IALYIRTSAEBRIEEST S,

CHRBOLLTRATULAEEEISVIRDERFERT
Ba875,

Fig.9 ~A 7 ofiEfISaOER 7 o —

221 -



LLEDOEIC L T A 7 USSR 2 ER U POUSRBRZ A T2, AU OV TR ET O SR RE o
AT Tk~ %,
1—4 AEGRRIEORKET

1—4. 1 %8

AT, fER LY a VR EDF v o FVERZIT, WS EMERE R i 2 SR 2 s ERRD
—DOThb, TITvA 7 oS OER AT L, AR OB 21T T, 2T, £98
WY TN Pt BB U2 R L. 2 ofEEE 2D Z Lic LT,

1) U A AR O 3RS

Si0z (WAKOGEL C-100) 6g (Z#fi7k 10ecm3 &Nz, A7 U —IRE L, ~FH 7 oo ALBR/SKZK
Wik (HzPtCls - 6H20) (0.012mol-Pt/l) 127cm3 ##H LB bMMx 7z, TOE o —F ) —2 /KL —X
— TR Z LT, 110CIZRIE L /- Fids C 24 FERELIE S 72, £ L OKRFERBICE 58T % 300CT
2HERIT o 72, (FHEFER 5wit%)

R L flit > U B L (WAKOGEL C-100) i BET #lE35# TriStar3000 % fi\C BET £ &4
ZWE LT, BET #IE ks ZOfER % Table 1 12737,

BET #I7E 571

P TINEANDELVOEREH LN UDR-THE, ZOFICHFHR L% A, 200°C T 30 25
EXREMBIEDLLICR o THTRAEIT), TORI L TAROELVOEHEREZREL, TIhbE
NOERZGIS ZEIZE>TH Y TINVOEREZRDD, RICT 4 RUXZEBL, BET 7 A LV EIERK
5, BABPER— MZIBY T, BMEERLZANTZT 29— 2oL _X—F— L AiZEy FLT
P TNORMEERET 5, MERRIZT 7 A VITREFEESN, TV U2tk Hhans,

Table 1 BET #IE# R

FmAE[m2/g]
L -kl Pt/ SiO2 397.6
Si02 (WAKOGEL C-100) 437.0

2) b gEiEME O FEAM
1. EBEEE

FRELL =AW T, e X0 ORKRRSEIT-o T, EBRITHERTITV, AR -l 0.3g 2%
A Vy 7 AHTRE (M 6mm. N 4mm. £ X 59cm) ICFKBELT-,

-2



ROGSSME - RUSIRE 773K
- Jiifit CsHs: 6.7x107mol/s N2 : 4.6 x 106mol/s
(e DERITHT S CsHs/ Ne=0.15)
HATAORH : -FID #R7av b5 7%#H 0, ¥x UV —HRFI~NVTAHRATHE, HF
LIZITFEEM & LT VZ-10 2 V=,

e —
e ]

_ % Si/8i02/Pt

—{]

Fig.10 SUS45EE

AR L 7o iy, RUSHTIC 450°C T2 -5/, KEHdIZ L 2B iaTo7-, TOH, BHETA—J LT,

1—4. 2 #HERUESE

HARBICIIRIRIS E LT, AR FLUoBPBRBENS, HODOH ARG LY, REEED S 0
NeDPOSERRTa Ly OBRIRELHT L, UTICEFOHE LY 7T,

FOE# =100x( nCHs+2 nC:He+3 nCsHe) /| ( nCH44+2 nCoHs+3 nCsHe+3 nCsHs)
N =100x3 nCsHs / ( nCHs+2 nC2Hs+3 nCsHs)
ZHUC LY MR ORI Z L % Fig.20, Fig.21 1254, Fig.20 I3 F6 1 H BicEiT 24 %84, Fig.21

WIERIG2 A BICBTA/RE2T L, RIG1 BB E 2 BB Clifio AL IIITHT, A—JHRT
SHOHLEFRENE 7.4x10"mol/s T—HeiE L T\ -, F0f%, #iEEH L TRIEAE T 7,

- I3 =



- EHEDORRIZEAL

gl . Pt/SiO: (WAKOGEL C-100) 0.3g

K1 BH
2 T
EiJrlOl— 1B
f.’J
= .. 40 =
X .. i‘%@
5 ‘\.\. ______ ® |
e )
1 [ 1 [ I 1 L 1 l 1 1 L 1 I [ 1
50 100 150
FFfE] [min]
Fig.11 IEMEDORMZA L (RIS 1 B B)

FOSITIR & IR T LT,

SEFRIZICIT 4%RIEETIKE T Lz, 7u b Ly OBIREIZHONT

i, BE—EDEERL, $79%DEE R LTz, RIGEDETIX, MIETHIGEITo TWDH I &Ik D
BOLINERFRTHD EEZBND,

-4 -



- IEHEDRFHIZEAL
Rit2 HE

filigt : Pt/SiO2 (WAKOGEL C-100) 0.3g

100
_ 80
6 60 —
2 . 1
> 4 40 g%
f -9-0._ g @-@--——--- ®o------ ®---—-_ - i
2 - 20
— 'SIO' — ll(I)O' — '1§0' e

IFfH] [min]

Fig.12 EMEOISZ L (K 2 H

H)

ROE 2 B BT, ORISR 3% FE TET LTV e, 3 RERHE ORI ER N IR RIRE 5§ 5 iE M
BEFEAONT RT3 DRIGRER LTV, 2O EnbEOBANREZITHT, Bl L TG

1ToT-%A.

Do

-25.-

BE . ML 1 HB TRUEIHEEIGER T%00 0 3%DRUSE~NEEMHIKRTFT5 2 ER”EZ LN



VA 7 A RSSO F v 2 RVEC I 2 BRE S D T2 DITiE, Fv o RVEEIC AR Sy 2 4R D
DRBRERLEZOND, T THEHERO LY o VHERICERE, a2 T2 L0 6, —ERE2E#k
L TRRILIRZTERL L. £ 2 Th D Pt ZHFF Lol 2308 L. 2 OIS MEIZ DWW TR~ T,

1) U= CERIC Pt 2 4EER L 7 i oo

VU RO PL B REE L AR L, 90U 2 VR E T b THREBRIES L%,
P OFIZANT 1000°C TELBE AT o 72, ZOROBGLHRFRIL, 6 R, 12 Fefil, 24 Rl & L7, B
BOEMEOEREBEOHMN G, U a  ER EICBEENER ENT B X LD, ZhICLY 6 K
OB T02u m, 12FHOBWET ym. 4 BEOBLET i mOBLWENRER LI EEXD
nse,

R L7z SiO2 JBIZ Pt 2135720, O UOHEEZM -T2V avEREL, ~FVroofas
BEAKFNKEIR (H2PtCle - 6H20) A3 F L. SRIBIC L VHFFEE, (FHFFE 0.7wt%) © O
% Fig.13 277,

* ) DIZED
T /\— H2PtCl6-6H20 KBHADET

E—5—
mEEA473K)
®

i

Fig.13 SR IEOHEX

6 RFMBMULER U7= o U o MR B2 Pt 2B F S B - A WO TR RTET O Si02(WAKOGEL  C-100)
ERIEEDF7ET BET HIE 21T~ 72, FORIERE R % Table 2 (27779,

-26 -



Table 2 BET #lli&#5 5
72 i & [m2/g]
PtEFE L=V a2 R Pt/ Si0e 0.0163
BELIIER % D> ) 22 3K SiOs 0.0182
YU ariiR Si 0.0056

£ 7- Fig.14

M X Fig.15 23 =

1 FERONIZ Pt ZFF L7270 EDX BEE %7577,

130 m

:6um
Fig.14 EDXE5EHE

(f= 800 &) Fig.15 EDX HH

Fig.14, Fig15 2B T, BWAR Pt ORI FTH D, v 7 uF ¥ FAEE 100 m &35 ~ Fig.22

O —H 3B F ¥ RN ET A2, PtiZHolo/h &R T8 LTHEFSRTWA Z L g

DXV T I8 —DF v o RVBEZ Pt 2135 Z LT, MRS L

LTO=A 777 7—0ERTEZELEZEZHND T KL TH D E (Fig.15) . Pt ORI FRIZIE/8
HDRNHENFRETHALZ ENbND

1-
BHe ZHZ Lk,

FOXNRHAH-D, Ptz

<27 -



1—6. 1 MBSO

t/Si0z (WAKOGEL C-100) filiz H\WTRISEAT o 723R1E & [ — ORGSR TRIGET -

BOGSME - - RISIRE 773K
- ji® CsHs:6.7x10"mol/s N2 : 4.6 x 106mol/s
(e OBHRIZHTHEE CsHe/ N2=0.15)

HAaTARomY . ~FIDAAZ7a~ 77752802, FY UY—HRAEI~NVTLATRATHD,
T MIXFEEM & L CVZ-10 & vz,

2. HiALE
PR U 7o AR BUGATIZ 450°CC 3 FEfE), KEWMBICL DBILE(To72, TOH%, BET/—TL

7=
1—6. 2 fEROELRE

HASIIRBIRIGE LT, AR FLUongHEEn, HOEOT RS LD, REEXEED o
NRUDRIGER R T L O@IREEFHE L, UTIORLEZHEFERGE CHW-FELREHETH
D
i =100x( nCH4+2 nC2H4+3 nCsHe) /'  ( nCH4+2 nC2H4+3 nCsHe+3 nCsHg)

#IRFE =100x3 nCsHe / ( nCHs+2 nC2Ha+3 nCsHe)

I &y, BERACLERRFRN T HIE M ORI AL 2 Fig.24~Fig.27 (TR,

-28-



- IEHEDRRIE/LO

fi 0 Si 0.3g BMLAAERFR 0RO Y 2V ERICPtEZEL-H D

30— @ FEE (ormvas) |-—100
O J|PRER (OFRFMEZVLEE)
i 780
= 20 ] : -O S
- -9 0" O-o T BG--m-- O T'? .
3 | K
X 10- 1 &
I 20
-
€-0--0-0-0 - o------ ®------ ®*-----—- k
L \ L 1 | L L 1 L | ] | L L | L L
y 30 100 150

FfE [min]

Fig.24 [EVEORFHEIZ L ERILALIFRRFR) 0 Wy

FE LALERRERE O B D o Y = R IRIC Pt HEF S 872 . IR L T—EORIGE S R L, K
JSFIHI R LT 2% DETEE L Tz, BIREBIZOWVWTHH 58%DET—E TH -7,

-29.



- TEHEDORFHZELO

BRE - Pt/SiO: 0.3g MR{LALEERTR) 6 RF DT ) o VERIC PLHEFFLIZ B O

60— A BULRFE (6RFEZAE) 1100
A BIRE (eRFfELE) | |
5
X 4 S
S, 0 =
f 3 S . N oo T £
@ A A O E\é
X 2 R WY A A i
-—““"‘——--—-—-—--—-——-‘- ______
1 0
- 5|0 — Il(l)Ol — IléO| |

IRFf&] [min]

Fig.17 TEYEOISRIZE N ELALERRER 6 AR

PRI ALERRER 6 BRI D ) 2 U BRI Pt $HFF S 720G MEIT. RUSBHEVIEIC T 20% 58 2 A
JERZR LTV, REBIEIZEO ISR ITIR 2 ITIKT L, 15%FiE M L E LT, F@BIRBICH
WA B0%DIE T —E Th o 72,

-30 -



- EEDORRIEL®

filt . Pt/SiO2 0.3g MLAAERRFE] 12 K0T Y a v ERiCPtEELEZLD

50— 100
’ (12 avnE) | |
A (126 s ) [ 180 _
S 1 =
30+ fO
ﬁ R e R S tir
3 . B 5
X ZO_F “"3«‘--« ----- D S S— :10 H
10 = 00
30100150
2R [min]

Fig18  sptoopsfssfy  Ba{CALERIERE 12 AR

Fe L ALER IR 12 B D o ) =2 BRI P $HEF S /- A3 ROSBHAERIHIC I 18% D RS HE% < L T
VW, FERRREIZE WS RIFIR 2 KT L, 15%RBOETEE LT, EBIRBICHOWTITH 50%D
BET—ETHoT,

-31-



- TEEDORFHEL®

fihif : Pt/SiO2 0.3g FR{LALEREFR] 24 BeffiD S Y a U ERIC PtHEFLE LD

V= v miE® Q4rsRIEVOE)
- V  EIRE Q4G EMILER)

40 -80
— 30 - o 1v60
I i S e B
¥o Qg B
5 20_F _40 5

1(}_ V¥ V. gy Y- AP ) A 732()

=0 ——100 150 "V
¥ [min]

Fig19 7 JmieomsRIZ B OERRR] 24 B

BRAVALERRFR] 24 BERE O 2 U = U BARIC Pt AR W7ok, FRIPBICS LT EDRIGEE R L,
FISYIDORISRTH S 8 % TIRELRE L Tz, BIRKICONDT LI 53%DET—EThH o7z,

-32.



- KIGROELD

LUF Fig 2812 Fig.24~Fig 2TITR L7z, 2 U o A O TS L - E DO ROSRIC W TE & D 5,

@ O Zvnel
20 1 A 6RFHZVAEE

———T— & 12fFFHIZVLEE
V 24 2L

| A -
=) A
= 20 A -
%‘ I *‘&LQ7?‘~ﬁr— Y S I
E
= - -
"'—LL'_.'- - s > ol
0o [ ) @ L T
] ] L ! | | s L ] | L ] ! ! | L |
i 30 100 150

IRFfH] [min]

Fig.20 & ERAVALPRRR I ¥ 2 RS RO RERHI Ak

FRACALEE U 7= 2 U = R 11T Pt 2 BEF S B OIEME XV 30 b 2 FHIERRE L2, &E LT,
6 FFBMLEE L7- & O R b m VW EMEA R L. 20% i O RIGERE R LT,

-33-



- BRROF LD

LUT Fig. 2912 Fig.24~Fig 27 \Tm Lz, v U a U ERE W TR L AL ORIREIZOWTE LD B,

O OFFfEIEVLER
A\ 6RF AL
100, O 12K fE EVLER
0 D TN N 24BFREALER
S0+ Joo0o m O O 0
. O ]
60- o0 O o © 0 0
| 88%2& & & &8 %
40+ .
20+ _
L ! i | ] ! ] ] ] ! ] 1 ] ! ]
9 50 100 150

¥ ] [min]

Fig.21 SERAVALHRRR RIS 3 2 RIRK DRI 2L

VU 3 ERIC Pt 2 BEF L7Z AR ORIRERIT, IFRTRDEIC i L TR —EDEE R L, # 50%HR1# T
ZEL TN, 2OZENnDH Y a R Pt 25K U7l ZEEME 52560 E2 6N 5,

-34 -



- BLAAER IR 2 IEHEAL

LAF Fig.30 (2 Fig.24~Fig.27 (TR L7z, v VU 22 AR % F O CRRL U 7= b o 7EME 126t 3 B B L o4
WEIZOWTE LD D,

6HRFH
20" r“\ =1

< 2
=, / R RFH]
L .. _
/ \‘s\
! ~

S =R

0 10 20
b ALER IRFfE] [h]

Fig.22 MRAVALERRFRIC &4 5 iE M2 L

INEY | EHERIERIERFE L, 6 OB TR Y B\VEEEZ R Uiz, BEALERR R E W &
SiO2 B MBI %, MEETEEDOREBIZIL SO BOE X IIEEENH DO TIERWINEEZBND,

-35-



1—-7 #&

1) ~A7aFxrrOfER

V77 8 —DERIZHT-D . 7+ NI VT T53T7 4 —DEBETY R OERBRMETH -1, £ Z THE,
Ry T e TF v RN ORE =2 ERL, GBS — b RICHIRIL, Zha~227 L LTH
WAHZEWIZ LT, ERLE~R BT T4 NI VT T 7 4 —%To-fR, YU avEREICLYR
NeDBDHZLENTERE,

UL, RRA7ORBEILTLLEWLDO TR o720, L—H—7Y o ¥ — 2 X AFROERE T
F—OBEBRAONT, TNERBL, 74 NI VT T T4 —2fTo24R. = v POMBBENR 15
RERINRH LN, £IT, ~R7ORBEOR EPREE -7, T, LYVR ROV ) a i
WETAHYKBER Ty F 7 LEBRIC, LR MBREBPNTLE 12720, Ty F o 7 HEICHONT
LREERE L LTI OV ERH D,

2) AR

SR, VT 02 —2ERT 125720 fERIT D~ A 7 0T v o 30 BIQWDICEMERE 2R il 2 0 ©
EOPNEELRFETHD L EL, MERRMIEORF Z1To72, 22T, TTWEEOLY A X PL &2
PRzl L, 2hi AT o OBKRRIGEITO, MEEEORG 21T - 72, fltois
PEZRE IR VMR T T 2/ R E oo 7o, FMLAR L7 Y o R LIS Pt 2488 U 7- il 4 58
L. ZNEMWTT a v ORKERISZIT> 72, MERARICH- > TE, U 3 RO (LA R
EVANWAEZTHBLZ LI, ZOME, ARLZMET VTR 2 BB L%, ZEEHs
Gz, FEERRENG, VU a EROBCAHEFENIL 6 BN RE THD L) Z &R I,
FRICEY | BIEYBOERIIRBEENGFETIOTIHRZVMEVWI ZENEZLND, F/-. 5%
AR L LT, ARy OB R K OV BUED R LI OWTRETT A LER S 5,

- BECHR

1) JCIEH®REE ~A /v 7 4—a— K<y (2000)

2) fbFI¥ 66, 53—77(2002)

3) {kFLF¥2 66 F2 TR, 1207 (2001, JLE)

4) R.S.Wegeng et al/Fuel Cells Bulletin 28. 8—13 (2002)

5)  J.D.Holladay et al./Journal of Power Sources 4630, 1—7 (2002)
6) (LFLFXFMXE 26, 895—897 (2000)

-36 -



2. A IRA7BF X URILAAND
BEMEFRD-HD Y T /\—HTNE

HE
MADHKZRL~A )T 78 —DREYE
KR

R L BE

iR RS ER T OER

-37-



2—1 #E

~A a7 = MEFERISEIT O 2O SN, BRER i~ 7 a7 7 /oy —oFuk 2
Lo TR ENTZHDE WV, 500pm KV /NS REROHEROF CRISEITH, V~A 707 s 4
—ZHVLRISIZIE, BEOT T A2 AW ARUGMITR G20 X D B EN W< o7hvdb 5, BARIIC
&

(1) RETORIE - WEBE»HELIEZS ?

B D70 ORBEEDREIIKRE N E WIS 7Y 77 4 —OKKIT, K-k, K—K. @
— RSO & 9 72 i T ORI 22 SOSERMBE SIS OB FRILICHNTH D L EZLND,
(2) VA I NVNZEN NS W ORBHBSER Lo Y
YA TR NVDFRBETIEVA S VRIS 20  BHEBBESITER LR, L -> T
THRDRISRAE R O BERE RIS ATREIL e B, E T, SR E L CTHRIFHEE M Lo &
O, WG RE ICHIECE 5 Z A EN D,
(3) BWOBTOARNITEEL RS
RIGgs & LT v 27772 —37 7 AR TRECY A XN/WESWD T, AT 5 HREY

B ROSHI, WIEBEENE D BN T 2070 THe, SHICHOMBBROENORAE TRIGA Y — /L%

NELFHILITLY, BRI R R T TRSBEAOAM LRV NS T B LERTE S,
(4) WEFEIAREEIZHELIATZD Y

DD ENBD TR, IS L D | WEREEREZ L8 LT 3RS, A mevE -1k
%ﬂ%%?&#éﬁﬁﬁ@%tﬁiéw%@#%éo
e, HEICIEETARLERMFELARBEMEICRAD L 0IChd W sns, 7.
FEERIRERIEIC LV BISUS 2D Z LR TEUE, BMEAYOIERRm LI s &2 6N
Do

(5)%$%m%ﬁ@éﬁﬁiéw

BAT, MIIIN FIRBICIKGET 5, DI K 2IRE Tk, BAICE T AT
PERGHRBED 2 RIZHHIT 5, o TvA 7 aZEME2FH L CHBIRE A BRI/ N ST 52
LT, WHEDOEABMTITEBRTERNL D REEN OB RIBEB TR D,

(6) AETOEA~DBIINRES TH D ¥

BEOLFT R ATIE, ZORT—AT v 7L T, ERETOAM, Ay b 75 b,
T REVIRT =T T OB T, KIERHFEOHERMPSLETHY . 20D -
RHIZZSBRRLTER, L, ~A 777 8—=2H05Z L0k, RISEHOREITE
BRERPETHRDY . LEMAEFEDT-OIZIXY 77 ¥ — Ol & BB %4151 (numbering-up) 72
JTHEEROHREZITO 120, RN O LEMEEOBRGE~OBITNEFICHORANITZ S,

EVDTZbDRETOND, w470 )7 72— USRI T 256, F v o RV 2 il kI c
FHTENE, V774 =470 OO REEI AL, JUSEESEATE 2 L8 FHENS, Si

-38 -



RERETHIET, R=Er Ik~ —FE2BRTE, £/~ pn HEEZ2FH L& oiee/ i
Er o —2EBBET2FLARHETHD, LTy F U VOBRRGMEAFITTS L. AIBERFIH Tk
EDOENWF ¥ U RVEFERTE D, ZROLOREN Db~ 70 ) T 7 4 —%, BIJLERIGEEZ/NE
SLIEbLD LW R TRL ALERISE D b DICAREN 2 EBEY 52 5 Rf L2 L OB LWEETH S

LWz B,

USRS L CDO~A 7 a ) T 72—z > TL, v 7 uaF v o VIR OGS & 10
R T IOPRERBETH D, BTV ) 3 2 HR & T DHERE~ R & HE - BEbd 3
MAEDO BV FEORZIIBE L STV D,

AR TIEL Y a2 BN ETHRARIEADO~ A 70 ) 7 7 ¥ — O s s 0 B B 1 S %
WETDOIFIEERBTLIEE2AME L, VU a VERAABRA L 2 2E R ER L, F 052179,

RAVKBERODETFT ARG E LT 7 a~FH o OBAERIGERY FIFE LT,

FRIEEREE L L D AT RBL S H701I01E, EEEHOH 2 EBRORREE TE AWMV /NEL T HH0E
WD, 932 LMBEIENEITE RS, 22T, I X MAGAETO Pt O RE %2 _A0 F LT,

PRI O RERELZ R S 51300 T, MRS & OILFEMRMEERICZ LY, FEH,
BIRMEICHBE 525, 220, BT A I =T A, ZEbr A B POREMRERESE Y a0 HiR
(AL, ROl e SRR DIRR 21T o 7,

-39-



2—2 MEODERL~A 70 )T 75 —DRBE

2—2. 1 <470V 7 78 —HEORRY

HIE, ~M/aF o777/ ad— 3o TEHFR~OIABPRMERTNS, v 7 ud A XDt
Y= T/ Faxz—4— MR EEZEEELLIZ AT A% MEMS (Micro Electromechanical
System) ELPFES, MEMS O{b5 « A4 A~DIEHE LT, 1 OF v 70 LTS « A 0502175
B\&iZlX, p-TAS £7-1% Lab on a chip, Micro Chemical Lab & FEEN TV 5, 1997 42 KAV T A
a7 72 —ZBT 55 1 BIOEBRSEN AR S, 1998 FTIEFE2E (T A Y H), 1999 Fii3H 3
[ (FAY) OZBEABRAMNTEY, FAY, TAUVHZBH AR MAABEITLTWD, BAEICET
DA 20 )T 77 —OMEEGRIIECKIZHBhEZ L ->TEBY, E - B - FOEFEELICL DHFERR
OHEENREEN TS, KEIZEITH MEMS BEORFZER %L, [EF5% © Defense Advanced Research
Projects Agency (DARPA) 72 EWIHEAZIT-oTND, A ¥/ — N EOEEREONE2= v F&A
ANTE~ A 7 v B KE s T REEFE L (PEM) 0B %873 882G L S, Battle #3277, MIT, Case Western
Reserve K7z K322 #ED TV S, BN TIX, 1995 FtH G~ A 7 0 U 7 7 % —& =L 54 pl B
D7z bREHLRA TS, BERX, EFEREAUCMEERLANELE LY 22 b [Key
Elements for Application of Microreactors in Multiphasic Catalytic Chemistries] 23\#fTP CTh 5, 7=
KELFEERIZYA 70 PEM > A7 LAOMEEZBME L7227 b [Micro Reactor Technology for
Hydrogen and Electricity] Hi#ESH SN TS, HATEH, RFEEERVERKEEO TP =7 bHT
TIPS TB Y, WVATBIEAN, B RA¥— - EERITRE IR (NED0) X T~o 7 r ot -
HREV AT AL Fuavxs b CERLL SEE~FR L 7THE) 235 B, v 7 b7 0t 25
TGN ZIEL, EEBLTHS, 'Y

(Y= IR M) —REREE) 'Y 0D L~a 7 aRUERICETIHGTAEITHEML TV S,
1992-1996 @ 5 4[] T 100 I b7z 727 o 7273, 1997 4-LARE, 45 100 £HLL L & 72 0 | 2000 4FiZ13 200
HCEEET A2 THS, M1 25, )

180 ——
160 -

1992-86 1997 1998 1999  2000.11

[41 A 7a )T 7 H =T 5B CROHS
2000 FIZARINT-LEABELMIT L, 4 58ICa8T 5L L b, TRENEENIZOELEZLO %
215 IR, BREREACIRAMICG T2 ORSREREL TV DLEMTHY, VY 7T 7 1—%H
W2, NAFTF v 7RRIGRR ELSBERTHD, ZNOERTHNEEIC~vA /0l T2 8 —13F
EIESTZIEDVOF LWETH S,

~40 -



E £ o it
4 70 RIGBOSE (2000, Chemical Abstracts) O

- T |
S T
23% |
|
131 A BE 0 5 0 1
LA 1% s
&
59%
'] 5 10 15 20 5 30
teem~ozm—o| ]
EEELE e DR 3 I -Iy.fgnlﬁzl ErspmE
wiaR ]
0 5 10 15 20 25 30 emim| ]
1 MR, PM NORR Z voc !
24 TR ‘f"DM:I{ (4 BAGR FEMBHC. HOS, HYD. isom) :
| ] — |
PCR Microassay [y | |
A7 i AT RE WS TIUE i
L | Fusl Cell [ ‘
BEM ! P -
b ; HEER. L5UHER I
~3 !
A | ! =
REF. HlkiE | l ey
|
e —r —
q Ay | i nTAS £ B R |
el T IET P
TE/E S UR
SHTRA—AR
0 5 10 15 20 25 30

M2 A2 RO

sAT 5



2—2. 2 =A7nYT7 7 —DORGEL LTORAICET 2BEEDOZ

2—2. 2—-1 A7 T I E—~DOfiHEEgE)

~A 70T v o RVBESOBBEFHREN & LT, RN LDE U A ORYED - DI HW ST
FleUdyvaa—ME (RZTAIF), IATVE (FREEBRREY). PVD X CVD 7 & O H
B (FEERRILY) . KBERIE (B4 T4 8, BBELIER ERH D, CVD (L¥ERERE) AN
R tEESZDREEZFEEE LT, M?ﬁnkibam& SOTENT 7 AFEEE ER FICERT S H1E
Th V., PEEEEIZL T DFEOEBRER M O DIK< AVWSN TV

T, wAa YT~ Mﬁ%ﬁﬁféﬁ&&szn/&&trmﬂn—rww&%ﬁnfé

(1) ARy &

ANy ZIELIT NI T AR TEZ =T v MZEDT T, TOFEERTE—4 v MG E-T-XH L,
Z—7y MEDICEN S LICX—7 y MRS OBIEE R T 2B TH B, A8y ZIETEIEVEE
HPH 2 HIEME L ERTE . FRERE VO BIBITNUL - BEELSEDRREIRICHST 512H7-5
THEIAD TH D, o, BB EIOLRMICKEHOERE (R T, EMLEE -0 L IEH

CHDRFBREVWR D, B CREBICKT2EBEENRB VD, RBEEIX 1S~ 0. 5370 B
BE &R,

NUROEERE GEM S WIT/ER L7208 280 um D~ A 7 0 F ¥ o F/WI A8y ZiEHR VTR IZE X
500nm D Pt o =2—F ¢ 7 L, Ehafits L THW TS,

(2) TavTa—T4 74

TAYTA=T A TIELIR BT AL 2 E L (T2 — V) WiREARL, ZIUCEREZR L, 5% LIF7-#%
(LR BLE S DT8R0 B o8 E T A S — DR & RO M ERI T E B LD FE i | HL A
ERIGETHD,

LHBRRKOTEARES ' NE~A 7 ) T2 2 —5 AN A X ) — L OKELEWEZIT IR, Fr LR
i %ﬁmTﬁk&5A—74F@%/N&W$(%ET»mﬁAﬁ%kéﬂ%ﬂMV%yiﬁAFm’
D, WEWEE KT VL ZOT VAL TE a2 0515) # W TR L, Ty 7 a—T 40 7 k% F
W Ry & F v o R OVEEICEEL L TV B,

2—2. 2—2 A I7a YT 7 —DORIHEEE LTOE

(1) BREGEWEOSREHNE Lir~A 7 f Y7o 2—10

NN RFOERM . R, ALGEE, ATHER, EEwC, BEEEZOIZ Y ar vz — |
(2. LFDWE 433 1 m, JEEBHE 296 m, RE 9l umdD~A 7 aF ¥ XA L. H T A4 B
Gllz~wA a7 78—kt Lz, 2O 20T 75— T, BILBEABECTHLT v I—F
ERWT, REBEDE O RIIGEToT-, ZORER, ~A 70U 7 7 Z—RNTHERERISHET L,

-42 -



BN —FO LS~ u RROGEE 0D LV b RUSHED 400 5L, B BT 5 Z &ERH 6L 42
oz, £lz, =A7n)T7 7 2 —NTORBRRNPIEFICLERS, @%ﬁ{“ﬂﬁ@)*)ﬂ' JIVRARETH D Z
EPHI LT, &6, ZO=A7u 77 2 —2ESIIHERTHZ LI SRR Z 90% LA EIZm
EESEDENTE,

(2) AILEH D7 v FALRIS "

Chambers & Spink iZ~v4 7 a7 72— HWT-HG8LAEYMO 7 v RIS ERE LTV, @
DR TIEHEADNE UL, FIEORE R Fo TAEZANET7 v FEeDB~wA 70 ) T 78— H0N5 L%
WL bIREILITRADZEERLT,

=y TNVETIIHOER LT, EBEOVRISH 500w mDiE (vA 7 aFx o RN) O—FignbEE
LRDEBICEMOERE L ) IR T TR L, Fx XNV OBRFND Fo / NeH A A ~vAT70—ay
Fa—F—ZHWTHEATLZ LIV RIEEIT> TS, F ¥ » RAHF Tid eylindrical flow & 725 2
LD KROREGPHBIZRY RISbEISEI D, FA8LLEHO 7 v FRILOBICRAET
LEBEOBE EROPICHHABOREAEV BIEEZ T Z LIC L > THRNICE S Z B3 TE 5,

TR AN -7 v BGTEEN R GIETH DD, KRERBEBEEZHE, JOSHIENRRE CERT
LI LG, ERAMICIIHWAZERHELWVD, v~ 707 74— 5Z L2 0ER2ITHD
RARANZESE T v BB FREE e o Tz,

(3) AtEERRIG~OIER"

Merck tt: () Tid, HH5BEZBOEFMEZERNT DD NVR= /LG E EHERAEKL O
FISIZ~A 7m0 7 2 8 —2HT5ERE T/, ZOKISIIBREMARIETH Y . ERIEAK 10 7
THRTL, ROGITRECBIK TS D, EREIERDBAER LD, FUSH S BICERTEDL 2D, 1k
DFETIEZ IO OHIFEN EH L,

ZIZT, £F. EBRETRBEOSEHELRIT L, ZO/RE. HET, -40C, 30 5T HORESE
i G ORKEIH T T 5 HETEAIWE 88%DINE THZ, Z ZTHOLNZFERE% 6.3m3 DRISEITEH
THE N2%TEo7, ZOHRE, SO OBHE L 20CTE > T-ONRFERNEFRTORK EZEZ 5N
7= MU E~A 270 )7 74— (R, 2x16 F v > /b, 40mm0iE)x220mm(E &), {H R CiRE
FlE) ZHNTITY &, -20CTH 5% DINETH 7=, GRIEIT 1.56mol/mol, i 2L/h Ok 7 1
—VRTLEMER) TOLIEeA 70 )T 7= IRERETIEER LIS WIEREAREEHRE L, 3K
IR E DFIERVIRE . RUSKFEEI O EMARRE, fIENTZ 5720, AREBILEMORKISD L 5 IC
FEANTHEITT D 0U6E L 0 RMICITH 2 &N TE B,

(4) BRERA~A 0T o 4—="1
ERERIG~D~A 270 )77 2 —0ERIC LY, RUSORIENES . (218 —RR O RiE CRUG
MEZD LWV REBEZ LD,

KA YO IMM-Mainz CTIXAEEEMRAO~A 70 ) 774 —%2BHYEL WS, myF o 7L L—3—§
MEMNT, HEOUSERE E SV — FROEME LSV T 7 ¥ —Z8EL, A% ) — L HFT
4-methoxytoluene Ot % 1T~ 7- &£ = A, 4-methoxybenzaldehyde 73 FIEEBA) R EHR FIREK 98%

-43 -



THRoNTLEMESNTND

(5) PR GRBORY ©

R RMERISH DO~ A 70 V7 7 2 —ORBICEBWTIE, 27 o ORI FE 5y i B O Ml iE M

ML DD T 2B K& iRl L 2 D,
—fEDELER (Cu0) X7 R LY NEDT 7ul A EEOZDOTET nt 2IET DEMERICK
JEOREE L L THOWOR TV LD, ZOBERIER~A 7 a7 7 2 —2fOTRFEShTn5, 22
TR 7 o EOBLZHREB DT v XN KREEABEECRILLZLDOE2ZDEE~A 70 )T 77—
ELTHHLTWS, ZOMEAEIZE>T, &8 Cu DIZEAERT oL 2T 70 LA 84
Bt Dol MO s (Cu0) IZBEHRI NI,

A7 )T 7 =BT D AR R X DRI L EUG Of & LT, $REE A RV —
TNA—=NEZTNATE FAEBRTIRISHOMEIN TS, Fy o R AT AR—B LTINS
FE, FRARENRE TR TONUESH DT E, WEREL LD ENBREIATVD

BEMBICL D57 =T O -BILER~OREbMESNTVWD, 2O~/ 7Y T 74—
156x26mm2 D>V a gz n—THY, ZOFRIIHAFREBETZDD 0.55x 1.3mm2 DWHEE H> T
BFvy o IR F o 7EnNTn5, T BF v o R BWTRISWE DIRS & BL O 5 % w8
T2, Fr R SIN-Al 7L — R Tx v v 73, ZORNMIO SIN A3 e Uiz s <
BEOHEBNILEINTND, ~( a7 72—k ERTLZLI2L0, BAHEN LN L, RSO
HZDEIMPBOTREN L TNDEZE, Fy U RABEROY a7 o n—2EIRBEOEETHS
ZEREBHIO NIRRT,

FIIUKOFERE, MY HiE~Arn )T 72 —RERL, XY OKRURIEERITo T, VU =
CEREBEL L TREIC SiIO DEERE L, 74 M) V7 T7 4—2L0 U a R EIC Si0: D~
AIRE—= BB LTz by F o Lo T EER U, W2 MBS & RUSERIZ 401,
FOGERICIZ ANy Z Y 72X > TH500um D PtEEZA L, Thafil LCHOW TS, Az
Hob—42—%EBROEMIZHEL, TARKOTHIAT UL ABF L2 ERICESE L TERD F T4 Y
TARTHBRES LTI T 7 2 —2ERL TWD, JUGEITofER, v~/ 7u )77 % —ooTiE
NeBrkvraaxdURREEN, v ank Ui En e o,

Pacific Northwest National Laboratory (PNNL) ¢ Robert S. Wegeng, Larry R. Pederson®’ i,
BRELBEMA O 2 /3 MIOKRRGEB L L Tes 70T v U xR L, BUCHE, LRk
UG Z AR L TV D, TR ETIZ 4 DOKRKEELER KO 24 UL EOBHMEBZ BT L=~ 7 1
F o ANV ERRALIEKEATHELEEB S AT L EHOTEREITD, @O R ALF—2REEB TS,

F7- PNNL @ Jamelyn D. Holladay, Evan O.dJones™ Hi%, A% / —/L & AW BRESEER > X
TLEZRF L, AERL TV D, BEIELTAZ /=L EHND L 9%DENERT 200mWe DKM AR
L7ce ZOVRTATIE, RIGLIZAZ / —/V&E 1lmol IZxf L, 3mol DKFENAERKT D & - - HAEH)
RROGEEZER L ERESR TV,

Hao Ge., Guangwen Chen, Quan Yuan, Hengqgiang Li28 5%, ~4/ 27 U7 7 #—%F|H L7~ VITi
FRACARIEIC K5 AR D L OESEICRIS & #E LT\ 5, MEBE)., B8R 0RE< Thh,
RACIKFE DER D ERACBOSDREREL 72 DR v ARy OREEZMGITHZ LN TE, SINRELER LT

-44 -



EIRRTWN D,

ATFEEH 20X FEERBEMETRAL. BEEHITEYALKREZERT I AL/ — L HERADZE
IA28YVTFIOR—DERERAT-, CODIRAOQYTOER—F4D2D1I=y b, A8/ —)LHEE.
COBRER. 2 DMK/ OEAINDG, VJarYzN—LIZHE LAEZE L TIEEREZTUL.

KEHAZ B LDEBRETER LB/NELT 2BICHIILT=.

HEKEOR D IR HAYTF I E—TF AT F / HFONBERAT-. <450 THE—H
DRNDBRTHACEZHALTLWS, AYVOBDERODEIZFILIEEZ & T 40~150nm DOEEHE

THFHAXZ22 bO—LTE, ELERROT/HTHIERTELLREL TV,

~A 777 =R LIALFERH TOIHIZZ L Bx ORIEPREINTNDEDOT, fiizn

<O, BHELTRLIGRT

#1 A7 a YTy E—%k BT ALERIG OS], 16

2 H W Jrey==10
RiG28 YUTSTIZED8E TR A O 0RGSR
R AR R AR High Throughput Experimentation 8 5 it 28
(avE+H U PIUEED
HEHEH /A ARE PCR (Polymerase Chain Reaction D E:EH—T LY 95—
EGtrd=)ire DNASHOIFTE SRS OnBIRA E —I8HE AT

Northrup (LLNL (Lawrence Livermore Nat. Lab.))
Manz (lmperial College)
FrES) —BIAKETFY T CEFy T tlHahHref-E
Northrup (LLNL)/ Mathies (UC Berkeley)
Ramsey (Oakridge Nat. Lab.)
RN, FLIVFU S, k- RS

ALZHECRKR) SO
SHUEE & rA A Y OEDERTINB  Kavisuhe)
o H A0 25000W/m?” K

AR/ —IVBEH, A3 AT “ &k Dk
IMM Mainz/ BASFOOHEIBAR< 4~ 0O BUGEE
E4S UARHADSRK
BEERSEEIE~DICR
SEEBGE AR G2
FEMEOREEE~DIGA

SR T/ VK
mTASERS T

T/ B 22/ O BEOR
Integrated Microanalytical Technology

- 45 -



2—2. 3

2—2.

LHRUG « ARAR~O~A 7 a7 72—l L TIRmE,

T OERETIX,
(1)
(2)

3—1 Ik ®

<A 7 v YT 7 Z—OREEN

T MU YT T T 4 — I & B8 E — R
Ty Frr (HID) i

(3) TEBRE AT
(4) BRI
(5) HIBERLAT
PRELSHETED, A /o MLEREEOBELE 28 \TRT,
#F2 ~A 7o MLEOER
E x -3 * L] .
7xhUVSS (B X ERBBSHES) ~3umET
T4 B KBS TR ~05umET
IFIL—FHE ~007umET
(A HEENA)
BF RS 20nm BE X T
LIGA W7 AT k. SRS KRR
LTAb b 32
WESI1TyFHER
XM ~3umET
TyFT ESt1xTvF TSXRTIFY
REHEA 2> Ty F > J(RIE) lﬁﬂ&x
WEETSSXITvF Y
wIybIvF | SHE HERREEAE T2
WRAESE SiOFNAY LYy FCUNATCIYFRA by T
B—E 2 YIC &k 2 RIRIEM 0 WREB F—7/CIvFA v
CMP EIE{LIZES
IvFLILIZKWERDONY — L HRE
BRIy F R—EYic k2@t kiltis
DINORKEMI S A
(A% > TRE) HRMOWBERR
+/ A= FIMIHTH
NEXN
= R FvD 2y & lzfy7rn
75X% L—SB
CVD BEE
SRMES BEAEOSRAL
# & il Si fusion b:nd Si/Si, Si/Si02 72 &
SYH I X, @mM/H>S X
&R NE— AL SRABG
@ 0 1o SOI 7 IND K&
AROFIH BAFAv b MEMS 12 GRS
SUFTLA IF L — ML DKRINT IR
R—35 X si ORA SO 7 IN DM

- 46 -

MEENERSND, =47 Bl




7 NIV TFTT 44—

TA NI YT TT4—E7 % b~ A7 LIEN DR %%wtﬁ?%W%%ﬁt\%mﬂﬁwy%%%ﬁ
TR, BETLIHEPBEBERHCOND, 74 b A7 IBETIE, BTHRIGHE 2 - TERT 2 FiER
ZHEINTWD

NP — o BT D56 OMBETESERT 28R OBRNEL 2513 ET 5,

74 PV RMOESE, BOAEREWRBERGOND, —FH T, v 7 ulEEREL 0L, W
WCEWT + b PR NERELTIRGLHD, TOHEITIE, AvXHELTHESA TS 74+ ML
VARNEFEIE, BEEFI 7 al U EDOL P A RRE = B B ENTE D,

Ty F v T EA

RELBTIR=EZFIMT D RIA Ty F LT ETADIVERERAL TSI 22y F o457z b
TyFUrTIIGEEIND, RICV=y hmyF U TOHRE yF U TEENRKE N, —HRETIEESE
BT T A BEMDORBNPE LS, RIA Ty F LI THNRY OEEESERSNTHD

YTV 77 & —8YEICRAW LA I LEIFOH %2757,

@. LIGA Hfff

HIRIZ 7 ba UGS (BEREER 0.2~0.6nm) % AV, Polymethyl- Methacrylate (PMMA) % L
PAMIAWD, VYR MEEIE 1mm BEETELTAHIENRTE, 7 ALY FHO@EOEHZ I LA
ARETHD, B - BBBRIER LIS —ICERA v X 2L, 2RO EEY, £— L N TS5
AF v, @Rk, €T Iy OEERERET S,

@. Deep RIEIZL DTV oET A7 ML

Reactive Ion Etching (RIE) #%Ext, +V 370)%‘71&7 MEHIITAFIE SN TV 5, RIE Eﬁi
FEGEOT Y F L 7V ThD0, BCBEOEEN A H Wi R S FEIZ A 7 22T TR+ Z L
V. RENHE L AW EDEAICRE LTRSS FRAOT v F o e RiESHES, Txid, IC Fut =z
D b LT E RENSIED DNTZR, Bx RGE~DISHPRF IR TV

@. L—¥F—InL
THERIT L= Z LD —HF =TT L= a kB MLIE, V= =Dz XL F¥—% LiITHITERE
RHTAOMLICHGFIHT A ENTED, TRV D—BFA PRV A I FREDT T ZAF v 7O
TICHELTWD, HT7 A, @B LIZIE 193nm O ArF, 757 2F » 7 O TIZ1E 248nm @ KrF % H
WS ZERBD, REEH AL —F =R YAG L —HF —|Z L DEBARMN TS, S FOREE2UA1EM %
(> TWDSDTH LI OKY ER b, ERWARMIATE S Z LB TH A,
%@Mu%HmEmm$Ml‘4ﬁ/t—AmI&wotMIﬁﬁﬁ%éo

-47 -



2—-2. 3-2 EABRD ©

A7 )T 7R T HE M EMANTETEO—D L L THEAKN AL S, ~4 /a7 o4
—OBE, TORMIIL Y ar HTA vFIvr, R, TITRF v IBRENLRD . FRFRIE
ClevAra~v = 7LD MLENTMIMEEERER T AWM OMREND, LER->T, b
OESEOMBSL TIZER L TR, @RMBUC X DM Bt OB ERETAC L D 8/IMEEIROIE X fEb 7, B
BIEE TENEEND, TS/ IMEEEOMRAN TITHE LA HIEIC OV TRT,

@O. vV asEEES

VY EBEATEY ) A Yo =% I L CREOEMLEEIT) 2 LTk, U —RE
(COHEZEHKL, 2OV —KEFRLEZEMIESZ L1250 OH ERERAERS R LTy =
N—IXEIRCTEET D, &%Lt&:ﬂ—%me%%T%M@Té LR BKMEE RIS &R Tl
Bz ) avFEEO/RBEICE
:®%é®%@md\@VUZVWt®E%§éﬁW%\@W:A—G%%KmEﬁKE\@k%@f
DTEERATHD, Lo bORFETFLND, ZHICEY, PV avRNBMThHEEH,. K4 E-1
Vaxy 7R AL MMINMTE2TZ LN TH Y, BEEESIC XV EM MM ERsEs - L
NTED,

Q. s

PRSI 3 DL D IC, SiZbtis LT L 2R CBREMA, 7T ARORMMIZ L B4 A2 %
BRTBESE, ZORRSI LT AMHERT HHBENCL > T ER A A XET I LD THS, LV
A EHNTAEEREDE T, MALLRKET, 77 AMUICEE VORBEXEMTSE, HFANDT
NV AFPNERICL > TBHT 5O REAFICEMERBIERESN, FF72E2) arofict
BHNBEL D, ZOFENNIL S THI ALY arPREFEOLNLZLICLIY v I EL
8%, THLHERBNRELSRY, REBEBRDHEND L IICEREMENILNY , EFELEML CEHE
FINTE SIS 225, BEBICIEIH T ALY 3 3EmE L, IMEEIXT X CLBERMBIZY &%
B INIIRR E 12D, FUCEMERBOIEKIZIEE Y, BTN 25, BEME CIIZERERE
DIRFA T O—HPEBRICE > TBEIL, RETY ) 2T AOBENEEEESLTVDLEL
LNTWD, Lo T, Eﬁ@iﬁ’K%%%@¢é&ﬁﬂi:@ﬁ&?@%ﬁ?%@wo§<®$E
MELE T T ARHEIEDH T ENTE D, BEI 200~1000V, IREIL 200~500°CTITH = EMEL, S
i:ﬁbfd\A%Vv72ﬁ7xmﬁ%§<ﬁw6hfwéo

Z DA DI

(@ HTRELY a L OEBEHESNTRE

(b) HTALLVY 2 OBFHFIMENTE

(00 REFDOTutAThd

LV bDRFETOND, ZNICED, BMOTY a AN TA T = & NEFETHY . £~
W7 AU ONBENE G IetiE 52BN TE D,

- 48 -



EREMNSELDOBE LA LTIIRT,

BN H T ATEMAE (v U F) ZEALLRY,
HEIFEETH A N7 —Th 5,

FHOMIIZ1I 70 UNTHD
BAIRE £ TOHPM THREMZRBENTE AT IEN, b LE S ThVWE, AR RRT 5L

WoT, 77 w7 BEET D,

-49 -



B & OB

X 3

-50 -



2—3 £ B

2—3. 1 <A 2nl 7 rE—DER
2—3. 1—1 <A 7u )7 s ¥ —DERFE

<A 7 aF v VAN LI Lo TRy 5 10 11
KEFEHKT. ELIF T 1000°CT 6 FEREIEER L. F#iC SiO B LIEA R L= 2 U 2 ER o FEiz.,
TH RNV RANEBRATA, 74 MV RZ L LTTF XU RANRT— 5B L7 4V AEHE, BH0E
B 2B ABLIOBBEIT), BXEINLN72F ¥ o RARE —ER4550 SiO2 2 HF—NHJF B4
KEBEEDOT T THRIZR L TREL, ELIZEHLZV U 2% 90COBBH T 25%T b T AFLT v
F=vlhb Faxy FER (TMAH) KR LTy F U 72T 2 LIV EE Lo XY — @Y OF ¢
VAN END, WA LT IREE I MR o 2SS 5, YU a v EROAY O & OS5
PEICREZETI-H T AREZBBESICEIVESF L TSI E LT, RIKEAT VL RAEEZED DT TYT
JR—=NERT D, vA 7 aFx U FNVOERTEZK4Z, v 70777 —8EOBEX %X 512
GRER

HHREIL T O®Y TH 5,
b1 itk FRYEHIEE T2608
2173 bk FIOEHISE T 3608
Wiiifg etk FYEHIZEE T30
A1 2V E N Kk FRYEHEE TR
7 ALK ERR ik FRYCAESE T3EHN
25%7 R T AFNAT EZT A

b NeXx MaiE (TMAH) FEE ST FRYEHEEE T 60N
EPPRBIAHRIZ x LA L FEHH FRUME T
EPPR R &k B H HRIME T 36
EPPR Y > R i e FESME T3
EPPR 7Bk EBH FRUSME T3

-51-



Si0:

B A A
7L P RE
;-/ SiOz
TR UANER
%ﬂﬁll “ TAY
| E e | d
Fibn
&

SiOz2bxTwF N
HF ~-NH«F &

L AN #H B

SiEHFOZ v FYF

<= =<: I<: l<: I@I

EE AL AL

M4 ~A 2 aFxr RAERITE

53 =



NA4720F %+ 2
(CHMBERSEHER

BEESICLY
N 2AmEERS

RAF VL AEO
YT

(5 ~A27ul)7yy2—8{EDOREEX

-53.-



2—3.1-2 7xbNIVITIF74—C&B~vAL 7 0F % RIVOER

T+ NI VTTT7 44—l KB HET, BRICTLOFIETERS LT,

(1) v A7 OERR
OR6, K7, M8DLHRIT I H—Ka Y arTERL, ASHKICF Y 7o ML
DaEHATEMN BRT 4 VAR LT,
QBB LR AEGVERY | H T ARICEERERHOTIIMT, 74 N VT T 7 4 —ITHN
LHvAT LT

M6 V7rrzz—K (1) M7 V7rr&—K (2) X8 UTrZsZ—K (3)

(2) 7 x/n—% 1000°CIZFRE LI FOFIT AR AL, 7 o/ —FEIZ SiOs Bl 4 fERL

s T NU VT TFTT 4 —DITEE
(3). (4) OITRITERENLRHFIEE L X —2 ) — 2 L —ATITo 7,

(8) Tz —¥
O#pE L7+ K (HNO3: HCl=1:3) D Ao/ —Hh—HNIZT U ar vz —% 1 045HiRE,
@Y H L T1 04 MMBstiAK THE,
@#plE L 7= Ho02:H2804=1: 3D D AT E—H—HNIZT Y ar vz —% 1 045FIEIE,
@HLD 1 LT 1 0 stk CoEdr.
OEHEN TRy EHRE,

(4) VIR RBHRWNT R R — 2 DEE
O150CIZERE L= HFHF T Y a2y 2 —% 10 4R,
@AV rya—F—iZkv LYR NERA,
@BOCIZRIE LIz _N— 7 FIZ 20 3 AL T Y R—7
DOBBNEE (FRIT T4 —) ¥V arvzn—_ev X7 %ty L, 10 DRSS RE RS
LTEH,
OBMBKIZ 2R L%, UV ARKIZ30MEEL TT+E 2177,
@RV TCREDWEIRE L%, 110°CICHRE LIZFICANT 20 Hf~—7,

-54 -



(8) =oFuwy
OHF—NH4F B & KGR T 750, eSO Si0e 2~ v F 7,
@7 & b Tk
@WCHHFBHT25%T FFAFAT E=UALE FuXxs FEE (TMAH) 2T 4 0 B
e e

CZETOTETHBREESHI8 O um, HlE 300y mDO ) a7 on—R_NTx71-,
Rt~ A7 THER LI~ A 7 aF v o 3xA2K9, K10, B1 1IZ5RT,

M9 {EL7zvA7BFvr A (1) K10 {ERkLi=~A 2 aFx 30 (2)

K11 {ELi-~A27uF x> %1 (3)

2—3. 1—3 B S D K

YA BF Y RN ERELES ) 20 0 n—ZhNRN—=L LTS Ly 7 AN T AR BEES LT,

DT z/n—, 34 Ly 7 AN T R %[ CRIT RS
@=L Ly 2 AHFADEICKE AN EBHBESOEBOK LIzt y b

- 55



QEBERDOEE NS Ly 7 AH T RAFTYE, RiTD-0W4T—ALTEDLYEES
@400 CEClRER LiT D
©1000V OFESFE & —FERIEDN

fER L 7= 45X A2 LU T Io R T,

S,

W EE (-)

12 BES oA

R S EEOEEICL T O L 5 2SR -7,

B4 SOETLMMER LV, L bERE OB TR Y 4 >BWE NSRS Ly 7 AH T
ADEZH L) EES OREFELY,

«© EBROMEZHAHIZENLFEFVOTERZENES RV ENWTARAWN F5FB2LTHITRE T 21—
DMERTHRTLEIOTE Y bT20O0REETHS,
- BEROBEBLINEMT 40X ICERMIILMES S “ h 7
k%,
INGOMEEZMRTLH-OEBMOBEE L, £7/2, H7 AOD EIZE
ErEET{EBTHR L,
INETEITABE ATV T2 7 TR L TR, {}&E r—F N B
A TESTHH19KDHFAER 7T 7THRELE (M1 3mm 3).
ZOHRT, H7AEFI LoV EEEN, 1 9KHDIHZ 69 () AE DAL
DRICEBEAND ZENTRELERY, By T 4 o FBRHICR st E1



BREZCELS ZENRTED L IR, M1 5ICEBRHA 6 KOH-N%E 537,
13 EA6 R7-ER

BANDH T AE

=1

<

® 14 KB L-BEESEER

ALy 2 AN AR BEES LEFEAR 61077,

16 ALy 7AHTABBIESHOET

2—3. 1—4 AF v L RAEDORY AT

PN aAVERESRA VLV VAT T AZESLELOIZ, FEHAOERBAO L LTAT LA (N 250
pm) T I v 7ROEER (Tore7Ivy HESK) 2HVWTESLE, YU arElL g

= 5T



Loy Z AT ALEOREMCELTIZ, NEZMZ THRELE, AT 707774 — sk L=,
EREhf~L )T 4—%1 7577,

17 B LA o0 YT I &#—
2—3. 2 AR

2—3. 2—1 EBREWN

v A7 )T 72— EMIE NIRRT 2858, Ty o xoVBERMBIEICRIET AR L, FroR
DR A TGN LR R Eh 5,

AR Y 2 BB ETHRMUEHDO~A 70 ) T 7 2 —O i EEAHE S P e s 4 2 4
ET BSO8R ThHD, TTICVY 2V EORTLEEASMELEEICHBE2 52 DRt BB LS, £
ITHE% I A MAGARE'Y THEFL, HETHE LY o U EROBCAE S L AEE~DF 8%
Wt L7z,

ETFNMIGE LTy 7 untt rORAKRRIGEZRY Eiff-, HaPtCls - H,O KiFik%E U 2 3R 1
(AR L 7o bR B, I X NERMIRIE THLEF L TRMETEME 2 e L 7=,

CseHse + 3Hz2
Ca}*12<ii:Ca}11o + Hz

2—3. 2—2 BOSEERE

ARF7E CRUE L 7= ZBREEE % 4 1 81T,

ZORIGEDFEELUTICRT,

Hild (#)288K) TxY U7 —N, 2T 52 L T runsH o dfamBic Lo AR L2 5,
28K IR THH AT o —% BT LIc kD7 a~FH o3 278K CafiLi-L 45, —nL x>
7 a~FH o OMBRE % 0.99mol/m3 £ —EIZTEX 5,

-58 -



hydrogen

hitrogen

cyclohexane

FID

18 ES & R

2—3. 2—3 fr A By

RBBAEZ U TIORT,

1.
2.

~Ar7aF v e ERT S, (3.2 BK)
Fy o RNVEER 1273K T3 E L7200 TEALALEE L SiO, A2 ERl+ %, Ee{LALFREER 3
0,3,6,9,12,24 Bl D &, D B AERL L 7=,

R LR BIZEEE I A NAGRRE TR 5,

AR5y T % Pt % 8 de HoPtCls » 6H20 KIEIK (BJE 0.012mol-Pt/1)

EFEEFREH FICLD I A MRICL, TRt e —Z —IC LB En-2 U a2 U iR BIcEE L.
FRSELZ L TPt AWM LT, 2O, ~4 7 aF ¥ v FVEBEOBBES T 285512 Pt A
MHELRNE D I AR—=TE 72, BIRZA~—%H, I A NOEFELGIBEERBIITIHER
BEEITo7-, I A MEEEE OIS X R O ERME 2K 19 137,

LSV I AT AR E T = —ICBEES, (3.3 W)

LTV ABERY AT S, (3.4 B8)

L WIRTIHRRIN 2R LR E -V F 5,

. HAZKFITEIY R, KRFPHKT THILERZ T73K T 5 BHAT 9,

. BUAANLICHID B, Rk 1 BRIN, T/ 8= D247 0 5 BUSRE 723K % THAIT 5,
L NLEBFIECEY . 7 X P A RISEICEA LR OIS ER AT,

BB TIAERBLG CIZIEALTOHE1T S,

LI anF YU ERURBCOSHICIIF IDA R uw M5 T TITH,

-59 .



R KER

RIXR2A4<—

N\ . - B WA
% E’ b X /
REF —

B ——

(EE : 453K)
mrgp 7N

Temperature 453K ke bkl

Flow rate 2.5x10°m’/s
Interval time 30s
Spray time  30s

[% 19

2—3. 2—4 Bt g4

R #}-H2PtCle - 6H20
= E:0.012mol-PY/I

I A MERE OBENE ) K ORAE S

V7 asF A KGR OGS FEBR OFREEBR 2 LTS,

I T FEE 723K
GOEASE LS 773K
AL R ] 5 [
sR— D] 1 ]
Cell, ,OHARZRE  0.99mol/m3

N, fEfG 77 A i B
H , 45 4 R it
N, A3 A i
CsH, ,iii& Fao

6.60x10 " m3 s
4.12x1078m3/ s

4.08 x107® molls

8.30x10 % m¥ s (/3—)

HAZa<w NTT 7OHTEREITRO L 5 ITRE LT,

Fx VT —HA
H T I
BT MR

-60 -

He
HP —INOWAX
50C



INJECT i % 180C
DETECT i /i 200C

A7 a )T EONEILUTOEY THD.

RHWR~A 70 )72 4

Frrn H:14mm H: 25mm X :80um
N FE 280ul

20 fEpkLi-~A 277 yi—

2—3. 2—5 HEHE

AU

HAEA T ZanFty, Ro¥y, FubLy, Y ZuandtrBdgHEns,

LFOXHIZ#HE L,

FIG#E=100— {(C¢H,,)/ (C4H,o+1/2C,Hg+CsHg+CsH, )}

o

BUSTRE TreaK 12817 2 EMEEKe T TFORK 2) TR,

= Gl



Kp=exp{(-26490/Trra)+82.2}

N2 TN S
EHSOER X aeq 1IR3 L0 HRRE TR DT,
Kp=27X Aeq* PT3{(1- XA (1+ @ +3 X Aeq)}
Z Z T4JE Pr=101.3kPa
Y7 a~XY UOFHRE o =760/ Psar
S5CIZBWTOREY 7 o ~F x4 OfFIZARRIE Psar i3 31.6mmH g ' ¥
AR LIEREREK 21 17T,

180r — — - T= 7720K]
- log K I 714 =188
o lf coPr (veet=7
- i s d =
!
Eﬂ;_ "‘; ) d
] "f
= ! )_,,/ 18
ax| ! e CRR PR+
& £[T = 181,31kl
! Eam 12
A CEHZ = a8
. EA CFHE. = BB
i ,_,»" & e = B.84
e Irert = X.B | -4
el | I
M cgy = T
= ¥l

21 PERUSHE

2—3. 2—6 2

A7 aF v R P BT HICH ) | LA TR WRLBEDO ) oy s aF xR
NWROBEAREE L2V I~ A 7 aF v o RV ERHWE, ZOBRO~A 7 aF v o xVO0EITIEE
1273K T, MLPERFfET Oh,3h,6h,9h,12h,24h & L, LEEFFRIIC L - T SiO: BOEAZHRE T2 L% B
Bl L, ZHUCX Y 6 R OB TH 0.2 m, 24 FFOBRLALEE TH) 0.4 u m D SiO2 BARFERK S iz
20 SiO2 JBOEADHEE 1T TRER AT v Z — & RS E D ellipsometer % AV -, [X 21 (28
FE IR DB LALERR I & A S D RRLIRE O BIMR 20 &2 Rd, BLRIEN AL & BRI T
BB, EERICHE LR SiOBOEMIB L ZXK 22 O ERBL TS EEXLND,

-62 -



300

" 11 1 ¥
O : i j/'/1
seal - Y L ol e e . - .r..{z‘l-_
I t .
~ 0} 1000C__} l el
————————— g - )
E ] )
c i 1
il ‘ :
B 50} -~------ LAAel e - R ettt Lt
] t
. A i '
& 1000-—--- e L. —e—(110) ___ !
/V ! —-—(1n ;
‘ (100) |
1] N A S b Tl )]
A : : r
| L) { |
{ t ] 1
)] L i 1 {
0 4 8 12 16

A (el (b)

X 22 ER{LALHRRRR & K & 5 BRILIRIE O Bk

2—4 R LER
2—4. 1 3IRMSBRETASHEGRARM L 2MEOTEYE

B RRCALTRRE RN R 5 RS L RIRE DR A L2 [} 23~ 34 1T,

KDY ar <A 7 aF v XA P2 E L2 O TTo S ER ORISR Z X 2312,
BIRRA X 24 17T, BCAATRRER 0 B O, {EHIZE DD TRV b o ORISR L T—ED
Fis®RE R L, RISHEICR LY 0.01%DETREL TW e, BRERIZOVWTH —ETT a B L U BAR

L. vZua~xty, XUBATERK LN T,

3 EREIBCER A L= ) e A 7 aF v o AZAE AN TIT > RISHEROGEE K 25 12, BIRE
2 26 TR, 3 ERRIERLALEE 2 L Pt HEF S BT, RGBS NI 5% & o I RUGRIL, K
RN EET D IC R 2 ICAEEM IR T L, K 2.8% CRE LT, £7-. BIRFETIX, RUSRKBEHI~NY
VL OBIEITH 90% Th o =N RRRR L & bICHRAIETL, 8% THEL, Y Zunkdtl o

-63 -



BRRITPUTBAIE L WK 6% LR S T-MEEIFEE TR 11% e o7, —F . RUSBBY s oy
L DBIREITH 4% ERE L TER LT,

6 R LA A L2 ) hv A 7 o F v U kO T T 2RISR O RIGR £ K 27 12, @IR%E
2 28 1T, 6 FFREIER{LALIR % i L Pt fHEF SW7- T IRUSBIAA S 001340 4% & » 7= FOSEIE, B
DAREE T DI ONR A ITAREIEMIME T U, 9 8.2% CLE Lz, 3B EIELALPE 2 L Pt #08 X 47~ fih
e & FRRICRIRE TiE, RUSBREA SIS B 2 ORBIRITH 90% Th - - REFRB & & HIThe ITET
L. K 8%TEIE LIz, ¥ 7 u~Xtr OBRIEIIUSHIE LYK 6% & KD =3 ETRE TIEH 11%
Elgole, —F, BUGBIESHINL 7 m E L U ORREITNA% & LE L TER LT,

9 HFRIBLALBE A L= VI~ 7 uF v U FAEAOTITo RIS RORIGE 2K 29 12, BINE
Z[X 30 (TR, 9 RFRIEE(LALER % g L Pt 5 B/l FUSBIAS IR 1 %db - - RKISHIL, I
FIRRE T DI DR 2 IARBTEMIE T L, 9 05% TRE LT, BIRE T, RKIGHEY P Lo
BIRFITH 60% TH OB RAINUET L, BEFEHICBWTR 25% L o7, 7 a~Ft o ORNR T
FUSBREESHIK 30% & TH - MREERIORB L & b FH L, REEMHICBNTRH 25% L 8o, oy
L OBPCR G FERICRUSBRIE S WK 8% Th o 7mIRIEITREF OB L L bIC FH L, EEEHICE N
THKI16% L7257,

12 R 2 L= U~ A 7 aF v o 2AZ AT TSRO ISZE 2K 31 12, ®iIR
e[ 321”7, 12 FFHIERLAAEE A i L Pt 1AFF S 7= A3, RUSBHLE 15 DB OMNNR L EIT /2o 1=
RF AL TR 24% > - 7o RUSFRIT, BEFIARGE T 2 IC 20Uk 2 ICMBETEMEIZE T L, 9 1.5% TRE L1, BN
FTIE, RIGHLE 16 5B OWNNLE TR > - TR P o OBIRBITH 20% Th - 7= 234 2 (2800
L. BEIEHIZBW TR 85% & 7o T2, ¥ 7 Bt o O RITFUSBILE S FI5 80% Td - 7= BRI
e & HIET L, BEBEHICBO TN 70% L o7, 7L OBIRRIIRIGHEIESH 1 % Th
STOBRIRFEIRHOBME & I ER L, BERECBOTH % o7,

24 BRIMLAER A L= U h~A 7 0F v o RAEZH T T - RISHE R ORISR %X 33 |2, IR
FaK 34 1T7Y, 24 REFMLALH A e L Pt R S 7-fiT. UGBS 16 SR OMMNLEIC R -7
B TR 20% 8 » 72 SUGERIT, B RE T 2 oMk 2 ICAEEEME IR T L. 0 1% TRE L, BRIk
FTIEH, YN B OBICRITH T0% TH =08 HR A IIE T L, BEEMHICBWLTH 30% &7, &
7 a~Ft s OBICRIIEA LK 20% & Tho =0 BMofGA L & Hic LR L, KERECEBWT
K 60% EieoTe, 7 u L ORIRE S RRICSOSFE LYK 1% T - 7 BRI OB L & b
ER L, BEEHICBONTH10% E o7,

X 35 {2 150 it DL EIEHERF OBR L ABRI RN & DIEM O k2R, BR{LiR
Oh TIXIZ L A ETEMEZ RS oo T2 h3, BRERERT 3h L 722 LIEMAEL 20 . 6h TR LIEMNE L

mote, TR EBMET 2 LIEMHIME T Lz, 29 LEEmIZ 7T a0 lAREIC LS e L AR (K
36) LRETHoTZ,
[X] 37 1T 150 Jy kit % DL ETEMERF OFILSRIFIC L DINERD K | 1 38 1T 150 yiki@% DL EiEMRED
FRALALPRRFR I K 2 BIRK O Wik 2 /73, X 37, ¥ 38 & bISiFHO & W ELFER 3h, 6h @ & X3~y
BUBEBLAERL, V7 a~F i 3BERROBIMC L VINRERIRRII L/ L, —F e L il
FRALRFR O L VIR NI o 2B IRRITKRE L oo T,

INOORER, HIED LY a2 U EROBCAAERSRIC L > THEERPIENE T H L0 5 Z L2345

- 64 -



7o BEALRERICHA L CRIEIBE DEAMNERTHIN, SV aEREF0 FoL ) AlOMEERIZ L
DAL L TOEFRENELL, BEOMBEREEICRAOHDOEELZRIFLI-OTRAEVNEEZLN
Do

[%]

)y e
e
o

..¢o¢_o_¢.l_._¢0¢—0—L6L—0—¢0+—8—L0L—L;
T e T

K23 Pt/Si ISRMEVLSfREIBE
IL4oaYT7oR (RABRE) O RIGE

- 65 -



BEIRE [%]

0 10

BfEl [min]

K24 Pt/Si IRAFEALERLIBEE
RAOQYTO2(RARE) DERZE

[a—
*

RIS [%]

300 100 150
B¥fE [min]

25 Pt/SiO ,3hER{t SXNEVSRRIBE

RAOOYF7 O3 (RARE) O RIGE

- 66 -



10—

oLy _

BINE (%]

N
o T

A A
AA

A A A A
AA A A

o

100 1A'1
B [min]
K26 Pt/SiO , 3hE&1E :xri‘aﬁﬁﬁ EE
747|:1')7’7’5! (RABE) OFEIRE

A
A

A b

F A

2.4, 4 a4
50

wnH» D

2 [ [ |
gg _
L 10 |
b4
1 |
14 [ o © ° o _
® ® ® o o © o
2 PR T W R SR T
100 150
E#%i[nﬂn]

K27 Pt/SiO , 6hEg{k SAFEAL#R;KIBE
74'71:1')7’79 (RABE) O RGE

-67 -



® Ry
A vrantty
100—— I — A FOFLY —
-.‘ ® [ ]
80 ¢ttt

FEIRE (%]
=)

20+ :
| A A A A A A & ]
Aa ﬁ ﬁl A A A A A 4o 4
100 150
H#FEEI [min]

X28 Pt/SiO , 6hEE{E SAMEAfZ:EIBE
74’7|:|U7'79 (RABER) D;EREFE

3 T T |
< 20k
{%

2 10 .
b i
B T 150
lﬁﬁiﬁ [min]

29 Pt/SiO , 9hEE{k SXFEVHfRERE
74’7!3')7’79 (RARE) ORIGE

-68 -



o vty h
10 T LI T T 7 T T T T A“‘/7D’\$‘t>
I A 7OFLY
80+ a 2 —
"';' 4
A e . a -
. @ @ A A
v [ ]
.lgkl- 40_ A A A ® a
+ LA °
'%Hq 4 ° o o
20.— A A ® 4 a Yoa A |
A A A A A
a PR W Y WA SR TR S NSO WA T SN SHN N S W
50 IQO 150
BFfE  [min]

B30 PUSIO , 9hERit SRREMELIRR
IA4o0) 7548 (EARE) DERE

[\
()
|

®

RIGE [%]

[ } |
Pe e s

350100 150
BFfEl [min]

31 Pt/SiO , 12hE&1E SRS FEEIREF
RAO0YT7O3 (RARE) O RIGE

-69 -



A
A A
A
o
o~ a
— AA A A -
94
1 i
®
= ° ° ° °
®
it . e o
e ©
i A A
I W A A A

50 100 50

5 [min]

32 Pt/SiO , 12hEg{E SRS fFLIBE
TA4o0)T7o3 (RARE) DFERSE

10~

RIGE [%]

. & 6 o ? ... e o o -
50 100 150
BffEl [min]
X33 Pt/SiO , 24hEg{t SALES R LIRS
RAOY7 02 (RABE) O RIGE

-70 -



E\j a A A A
034 : A
@ i ® o o O
’ LI i
| A IA' A A A a T .A. A
100 150

H#FEH [min]

&34 Pt/SiO ,24hEg{t AR REIBEF
2490074 (RHHE) OERE

RIS [9%]

10 ' 30

R AOERRERE [h]
B35 BRILAMIREFREIZH 1 HEMED L

-71 -



IR [%]

I | ] ! | | | |

20 Sas BiR

= li/f (*E*#ﬁ 0. 7Wt%
@ XI:Fa: 180min &

TO/RCDRRKERE

\
\
/
/ \
/
10+ \
’
’
/ ~
/ S~
/@ @ e

0 3 6 9 12 15 18 21 24
BL AL AL ERRE R [h]
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10 | 20
FE{EALIEBERE [h]
38 BRI FHENBIRRICRIZTEZE

\

2—4. 1 fEREROX*Y»F7F¥VE—T a3 (XPS)

FRACALEE A fE L7o s Y 2 R BRI Pt 2 40FF U7 A8 R 2 5 2 5 2 L 8N ho 1z, S - b L

M2 RET 5 2 & TELIEDE A2 FE LA, £ OBOBCATERREIL 6 B A RETH Y . SiO BN

(ATS OB REZEC IELIREERH D EB O, £ LTYY arEROEBIEE N
W@ LT, @R OIEHICEBE H 2 TWD EHEE LT,

Z I CTHIBFREMNT S 2 —@mIHFEED XPS XBABFHNER) CREICEFEET HIMLFEED
WRED B LALEERFRIC L ED X 2B L T B0 EF, 3o 7Bk LB Oh . 3h. 6 h .
9h, 12h.24h @ Si R Pt R EEHRF L2 6 DERATL,

RITRT LDOBEXBR (1268.6e V) % X RE L=, £7F v —U7 v AL AW EIX TREOHE
N AZHEAS LS CHEL (284.6e V) W TITH T2,

Pt 4f Pt 4d. 0 1s .Si2p D E'— 7 O & L& % #5% I E L 7=, NIST X-ray Photoelectron Spectroscopy
Database??% B L T, £NENO Y —7 O#f4E X4 7= binding energy % 3 3 1Z7-7,

-73 -



3 Pt 4d, Pt 4f, O 1s . Si2p ® binding energy (eV)

Formula spectral line Energy
Pt 4f1/2 70.83, 71.08, 71.30, 70.99, 70.9, 71.2
Pt 4f5/2 74.23, 74.40
PtO 4f7/2 724,738, 74.6
PtO2 4f1/2 75.6, 74.9
Pt/Si 4f1/2 73
Pt 4d5/2 3146, 314.2, 314.7
PtO 4d5/2 317.3
PtO2 4d5/2 318.1
SiO O1s 532.5
Sio1.8 Ols 532.2
Si01.9 Ols 532.6
Si02 Ols 532.2, 533.8, 533.0, 532.9, 532.7, 532.5
Si02/Si Ots 532.8, 532.6
Si 2p3/2 99.3, 99.81, 99.7, 99.4
SiO 2p 102
Sio 2p3/2 101.7, 102.7
Si02 2p 103.3, 104.1, 103.7, 103.0
Si02 2p3/2 103.5, 103.2, 103.8
Si02/Si 2p 103.7, 103.6, 103.1
Si02/Si 2p3/2 103.4
SiOx/Si 2p 103.6, 103.3, 99.4, 99.3, 99.1
SiOx/Si 2p3/2 103.3

2—4. 2—1 Ptaf#Efr

40 12 Pt Af #(7> XPS 1 v &R,

@ OhoH¥ 7N

Pt 4f7/2, PtSi 4f7/2, Pt 4f5/2 D — I BRROLNDHZ ENH P, PtSi & LTHEALTVWAHEEZ S
ns,
® 3sho¥r7n

Pt 4f7/2, PtS14f7/2, Pt 4f5/2, PtOz2, PtO DT R TOE— I RNEL->TWH EEZHNS, Oh D
X LEWVWIhEEL L= & TPt0O:2, PtO 72 E DB R 5T,
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6h %7

Pt 4f7/2, Pt 4f5/2 DRE ¥ =T RE—I BEOND, ZHUTXPS TAX v LIME N b &
2 NI O EETERNOOEEN e olclob B2 b,
BIRAKFER TR OY 7LD XPS ZJE L - fER %K 44 1R T, 2D & & DO — 7 {i7{#&1Z 3h,
6h, 9h, 12h, 24h L HIZEFRCMLEICH o7-, ZDOZ ENSAEREOH 7 G FEIREIC Pt 4f7/2,
PtSi 4f7/2, Pt 4f5/2, PtO2, PtO OV — 27 MHA 55 LHEE I 5,
9h oYL

Ptaf7/2 O v — 7 [ IR 5o 7o 3, PtOz, PtO O —2713h -7, TDOZ L5 9h BRL TlE A
BT EAEBILIRIEL 2> TND 2 ENR IR ZD,
@ 12hoH T

Pt4f7/2 O &' — 2713 h B kDY > TN EEERIZZ2 <, PtO2, PtO O v — /o' —
I, THLDF TN THEASITMIEENTKETHFELTWAEEZOND,
@ 24h YT

12h DY TN ERIEFRCE—I7BR N, 2H56%6 PtOz, PtO L LTHELTWB EEZ BN
Do

2—4. 2—2 Pt4ad LT

[X] 41 |2 Ptdd #EAZD XPS 7’12 v k&R,

O0h O ¥ 7L
E— 7 13RI WA Pt4d5/2 D=7 RHDH L H IR 2D,
@38h »H v 7w
Pt 4d5/2, PtO2, PtO DT RTOE— I NER->TWHEEZBND,
@ 6h O 7
Pt4f5/2 DR X 72— 7 NRLND, ZHUI/SNV T D PtE AT Y LIz EEZ NS, BlEK
FRTCALERT DY 7LD XPS HRIE LT-fEREK 45 27T, DL EDOE—7f7EiX 3h, 6h,
9h, 12h, 24h & HIZIEIF CMNEICH T2, TOZ ENBABZLOH > 7V RIERIC Pt 4d5/2. PtOs,
PtODE—IRRoND LHESND,
@ 9h, 12h, 24h YT
Bh DY TNERRRIZETOE = NELENEMN Sh O Ly B—7 BNEMIZS 7 hLTW
D205 PtO2, PtO ORFEIZSh DL DL Do TND EEZLND,

2—4. 2—3 O1s (I
X 42 12 Ol1s ¥ XPS 7’12 v h &R,

OO0h %7
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Si01s, SiO19, SiIO DB — 7 BH. LTz, Oh O > TN ASEEKIER T Pt 213 & 1EH %, 5
FEBRETH-0FT300C, 2h ek Lz, ZoZ L LB NERENZEEZ LD,
@3h O 7L

Si01.8, SiO19, Si0, SO DE—7 BRAEND, OhDOH LTIV -7 RnEIZY 7 PLTEBY B
MEHRERLI-ZENRIDNRZD,

@6h D% 7

Si02 @ Binding Energy (22 TlX 532.2~533.8eV £ TCOILWHEIFH THEINTWE R, ot 7
NED@EZIAN XMl —T b D

Chun Hu,Yuchao Tang & 29/3Z & d-band DAR— A3 H 0 fLEB T R F—% 1D TiO2/Si0s H-fik
Bz Pt #0KF L, XPS T Binding Energy <% 4. X 39 Of5 42157,

Pt ¥4 5 Z & CTTi 2p. O 1s ® Binding Energy iX K& WHIZT 7 FLTZ, ZOHSEHHE Pt Ti
EODILERFHEL LS E, AR OINET D RME L 2 oD TIER VN RTINS,

F72. O IsHEDOTRAF =P REVIIITT T b LT DAEITEETRE N KX L O 30- 30 &
DT EMNDH 6hBRIELT-Z & TEEREN K E < A2 0 ISR S < e oo L b E X2 BB, LLTFIZE O STk

BRI T B,

EF2 7 MEEDRTOA F M 5 WA M, Bt #Eh LERTIETHIOT, 4
SRARGEIEME, BIRMEL AL OBRRH D & TIN5, ﬁ%ﬁyﬁi(ﬁT:z—V'ﬂ)ﬁ‘?Ai*wﬂ?H@
Blbxz. ENENDOHF A OFF> EPAGETXZE ). BBHEE)R L 07 =4 0 EPDGEF 5t 54,
HEHEEYDORE L BIpT 2 LN TE D, WL O OEKREE — H AL C ST 7 L 3 — Uik, HBE7}<$}IFS\
ryman7 2o OREKERG EORIRMEE O 1s DAL X =N ESN TS, SiOz, GeOs.
P20s 72 £ O B2 BIEHERE), HOWVIT EII VR = bWA U BB RIS % 5 2 AR (L O O 1s
FEATARNF—1X 531~533eV TH Y, La20s, Y203, CeO272 & D EleB(H /L =7 Kt % =3 Wb
YOO 1s AT RAX—NE BROBEMENT O Z LIS L, BEER M S 5, BFH OB
VTIHERN O 1s B xNF =060 7 K 512, EPD 213 K& SHERMEMNIR -0 & L T@IRME
L ORBRAFBA I N TS,

DX I 6h O T /TIEF O Si02 LV bE AR TR ENIRENR 2 32, 29 LN
Pt OfEEMEICEE O SiO HFF L IXR R FBEEZ L EZHND,

# 4  XPS binding energy (eV) for the photocatalysts

Catalyst Ti 2p O 1s
Ti02/Si02 458.4 532.5,530
Pt-Ti02/Si02 458.9 532.9,530.2
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500
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@9h, 12h, 24h OH# > F
9h. 12h, 24h ¥ FMITIFIER UMEBICE— 27235, 2T O JHEF23Si02 & LTHELTWAS D

EERRLTWNDEEZOND,

2—4. 2—4 Si2p H¥{L

: Ols- 190,250,

/ . oo 2 OSPUTIONEO,
2

Hindmg Enerey {0V)

X1 39 O 1s photoelectron peak of Pt-TiO2/SiO2

431C Si 2p LD XPS 71 v M &Y,

Oo0h D% F v

Si2p, SiO, SiO:PE—=Z7 PR LND T LMD, SilfiF, SiO0, SiOz & L THEL TWD Z L Arh

50

©@3h. 6h., 9h.12h. 24h OH¥ 7
Si2pDE—7 BRIV ENOLETOSIRFITEBILENTREL o TWD Z LN ph 5D, Si0:

DE—ITBAAL o THBENRSI0O bHFEEL TR LEEZHND,
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[X][40 Pt 4f photoelectron peak on
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e [ [ 7 S R— )
Binding Energy (e V)

44 5lliE . K= ITTLIERTDPYSIO,/Sifih b5
[CHETEHPt A DXPSARIFILDE—
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count|-]

320 315 310
Binding Energy (e V)

X145 RlliE . K3R=TTALE R DPY/SIO,/Sifif b
[CHETHPt4d DXPSARIMILDE—S

2—4. 2—5 FxF7F2VE—ar0FEL®

X35 D7 a~Fth o OBKREBERIGTIE, >V 2 JREE LR O h TIHEMIE<, 3h, 6 h TiF
PEEm < e 0 En Ll b5 L IEHEAMET L7z, BRMERER] Oh oMk # i Ti Si AFIEL Tz,
kg h e THVD, fFELRVWIES, SiO i HiIfF S A MMM RIZ L A0l 1277 LT, g
EMEDIRER EZZ D,

ENA3h, 6 h BT 5 EEREDMMAMKIT S1 & LTTIEARL 80, Si0, & LTHFEELZ, oz
ENEENRDORBBUC SRRl tFEZ NS, £/-, 6 hfE{L L=V 7 TiL 0 1s BAET R A F—1
(CE =227 b L7, Zhid 6h Bk LIERL L7 SiOz i@hfthod o 7 b (3 Rie 292 v 2 L 2R
LTW5b, SiO,BELIEDEZ 6h O L OIZ TFHO Si EOE T % SiO @AZET H 2 L THIKD R4
e Pt OfTEME R LR IHETWEELEZ NS,

FHLL EEREE(E SH 9h, 12h, 24h £ T 5 & PtiZ PtOR PO, & LCHET S, TOZENRPLO
PIEM AR T BRI ARV EEZ LR S,

ERORLFREOBAIZMHFEVEIR E L TOMWE R UHE L o5& EAEER 2 B U SRR 12k x 221k
BROENDZEIFE<BOEATWS, AFTEDOL 7 a~FH o OBAERSTIEI A FASRIEIZEY A
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BB AARETHEIATWD, ZOZ L0 FTHOEEEOBMNEAEEANHBE L Z ENRBREN
50

BRETHEHEGRAM Ui orEit

GRIETASHEF LI~ A 7 a )T 78 —3~A 7 08F v U FVEER L AL Ly 2 ZAH 5 AR5 B
#E Ltk AR O 6 b AGEBRKIEREZEAL THEEEE L, 15T 300°C T 3 BRER L a5
L7,

FEVALER 2 S T HEE FRIEEFF L~ A 70 ) 77 FORISHEEORISE 4K 46 12, BIRZERK
4T \TR T, BRALALTRRER] O RER DAL, FERIFORICH LT - EDORIER AR L, BUSHIBIC TR LK 2%
DIETLEL T, BIRFIZOWTH —ETRNUE I 70%, &7 m~Ft 038 22%, 7oLy
35 7% A4k LTz,

7. 6 FRER LA ZiE L @ E EREHE LI~ A 70 ) 77 X ORISHBEORIGR %X 48 12, 1B
REEK 49 (27T, BRCALERRFRE 6 BER OMRELE, RISBA%A 16 55 OIMNMNRZEIZ A2 > TLARE, Fef
BT L CUHRE—EDORIGEEZ R L, RISHIHIIR L7289 20% DO TLE L Tz, BIRRIZ OV TIEAR
B IR HIHIR 20% T > 7o 3 RFEFRE & & HIZEIREIIE T LI 10% TLE LT, 7 a~Fk
XRISHIIHK 80% & - 7o NKefRE & & HITRINET EH LN 90% TLIE LTz, 7o b L 3RS AY
76— TH 0.5% 4R LT,

AHEUE TGRS % I A A TR T 20T, MEEAREEICELENDE ZEBRY, 5 L-#EER
PUGHRRIEICEBE RIEL T D AR D 5,
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BfEl [min]

X48 Pt/SiO , 6hEE1L =& %10
I490UF7H58 (RARE) DRGE
B&BEFE 0.13mg (FHE(E)

[ Xaa %
A vranxty
A 7OFLY
100— —————]
L AAAAAA A A
80 & 2 & 4 .
l? L
o~
2. 60 -
-|$q- i
PN 40_ —
8
FI"’l'“'qz()_Ao e ® . ]
- [ o [ Y Py ® PY o

RAVAOYTFo452 (BRAKEE) OFRRE
AE&EER 0.13mg (EHH{E)

0
el [min]
E49 Pt/SiO, 6 hB{t B&ixiaR
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MZER LIcvA 7 uF ¥ Y RUVICERETHSERFAN LMl ok

TMAH Wik %E AEGKRE LTy F U SIER LR, ~ A 7 0 F v o RAFHEIZMIMA TR S 7=,
TMAH 5T v F 2 73 588, Si OBMIZHEVRIENRAET 5, ZBEKTHEDZ TMAH BTt v F
YT D LN I E Ly F U IBNEITT A, COREBERICHELTCNBLIALE)
TRWE ZIATIET Yy F U 7HENEDY, fERE L TRmIMMIIZR S,

KALHS =y F U7 LIEBFEAXK 50, 52, 54 (2, @EOWOLMMI=yF 7/ LIEEEIIN 51, 53,
55 1T, i< =y F U7 Llz=A 7 nF ¥ FMIHRTIIK 56 DL H W IV T L TR A7, [X52
DEMEHEE TIIERANEDLT I RARWR FEE FiF X 54 T 7 o oMM K ST
LONRF-EV AR, BEOWEROLMNIZyF LI Lz~ 7 0F v o 2VFRARTRS L FREICRZS
DBEMBECTIER L TR E 200 miZEDT L—F—D L ) 2RO ABER STV D ERDN- T,

KEAZHS = v F o7 L 6 RFMICAE L A4 4 FIZIEHEE L PUSIO, RHFRAI~A 7 u ) 77 4
— COEBRERORISEEI 56 12, BIRFEEX 57 1787, UGBS HNIK T%H - ISR I%, B
DR T BT ONAR 2 ICARBEEMEIIE T L, 9 1% TRE LTz, BIREB T, RUSBBY IR F o ORIR
%ﬁ%lm%?%otﬁ%btﬁTL\ﬁﬁ%ﬁﬂﬁwf%ka&okoVﬁmmﬁﬁyﬁﬁm$iﬁ
JSBRAE S HIK 2% & TH ST DRHIORB L & I ER L, ZEBREICBWV TR 65% Lo, T L
> OFRB G FRRICFUSBIIA S HIK 1% Th o T BINFEIRHOKB E & HIZ LR L, DEFEEICBNT
K 16% &7 olc, REEMNPREL DI LT 48 O 6 BRI LA 2 i L N &2 S REHEE L~ 1 7
U7 7 ZORFER LV METEHIIRES R ZEEHFRF LN, L LI ERL R o7, Z 0
il R i3 6 BpEBR L ALERIC & 0 RIEOMMB BRI L Sdu, STz b B2 Si0 Kz | BiY
BB Lo~ A 70 F X RO LI RN 6 TRV EEZ BN D,
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® f. ® o0 0 © o
1

100
B fmin]

K56 HELVFUI RTURELT-
Pt/SiO , 6hE&iE &2E1BF
TAoaUT7 52 (RARE) ORIGE
B€#EFE 0.13mg (FHE{#E)

200

oORVEY
10 HA¥santty
N AJnELy
S0+ -
ro\_cl i ° o A A A A
et 60_ ° . A A A -
¢ B A
.Iuﬂi 40"' A o -
I ‘N
20+ ° 2 4
L a A A . 2 : t t
as 4 ™ I .
% T00 300

K57 HEIYFJRTUELT-
Pt/SiO, 6hfit &iZ%iBHE
RAOOUTF7 0% (RARE) DFRE
BEEFE 0.13mg(FtE1E)
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BT~ 7 0F ¥ Y RVICERIETHSHEGRAM Ll oEHE

BBICR A~ /0 YT o & LT~ 70 ) 77 ZO~TEERT, M58 DT~ )7
VEDEIRF ¥ U RNANNRE =2 DA 0T 7 F—2EK LTz, BICARLAHS T A4% 5350
LicwA 27 vl 7 7 ZORISHEROKEFELZK 5912, BREA X 60 (27T, 16 DEOTWNNLE L TLL
RERERIREIC S L C—EDISEEZ R L, 8 1%DETEE L T\, BIRBIZOWTHL—E TR PR
#150%, 7 u~Ft 03K 30%, LT 30% 4K LT,

- AR R OCNER L
PEATRE O N R ATERONREFE=0.22
MEATRIDONERE BRH R ONKFFE=0.18

- W/Flg-cat * s/mol-cyclohexane] ; W=fil it &, F=3 7 o~%4 R E)

EHFEADO W,/ F=3.19X 105 KEATRIO W,/ F=1.42 X 106
- 2= EEE [s]
R HEAL; 0.68 FEITRY ; 0.29

X 46, [X 47 O Pt/Si i~ A 270 V7 7 % (BRHFA) OFBRLHET S L, BITROLEEEICET
DIEMIL LI % THATDIZH L, BEAFHTIL2% TH o7, WIF TIZEEITHRDIT ) 256 4 5K Z VNE
PRIIEIARS 2o, ETo, BIREEZHKTHLRABRBIEITH L V7 o OBIRKIT 20% & 13
FE LD EBREFEARIIANC B U TH 70%, 7B L 3K T% AR TH D IETRIF v o DR ¥
> DFERFHK 50%, 7B E L OBIREK 30% & K& Rigof, IGRIFEITHOFTNNEL 2B L)
fR & IR ol BIKFR, DRRIEMNRKE S o, ZOXI RfERL o8B L L TR HEL A2
n

BISEAN TOILBA/NE L HIZbBIRO L) i L ool d TR VMNEEZLND,

RhBH~+ 2 ) T7s 4

Fyor XN #H:14mm #: 25mm X 8 um

NEFE 28.01
KIGesNEmfE 7.06X10 4 m?2
BEFTR~ oA 2 2 ) 72 %

F ¥ LRI P :300pm £ :204mm HEEX: 80um
FOGZsNEHFE  1.55X10 4 m2

M58 EHWH~A v )T &Lt~ 0 )77 20k
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- o

0, @ 0, ® o, 0 o & o o
100 150

50
59 pysi FHE [min]
TA(HayF7HA (EE??E!)@&ES%
B&&REEF 24x10°mg
FEE 1.02ml/min

00 | T T T

| P

N
80~ ﬁéut‘by 7 7]
60~ .
L. R
40- A A . A R A ]
o © © ° ° . ®

200 2 48 a2 oa ]
Qf' —3 . '1160 léOl

50
60 pysi TR Lmin]
RAo0YTY5 (BEITER) QRIRNE
HEE2A1EH 24%x107mg
FRE  1.02ml/min
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2—5 MBEARGIFTOER
2—5.1 EBRHEM

AMFFETIEE, ERLEZSY a VR EOF ¥ 2 E53I2, W@tk E 2 bl % 388 2 2 TR D
—DTHhDH, £ ZTARETIL, w4 7 ol RUSaROER &L TPAT L AR O RN 21T 72, BRI
(vA 7 BF v RVEERGIO) U a2l BICSERETRERAZFAR L, —oEREMAICL
TEAMISSICTE L, 7 u~F4 o OBKERG CHEM AT 7.

AR R TR O RE AWK S5 1E000 T, TRy & OB EERICE Y, TEHE.
ERMEICEREL 525, £ZC. YA—Fuik, A MBGRHEICZLD AlOs 23 ) a2 R EBA L.

A& 85 L TEE~OREEEBET L7,

2—52 EBRFE

HzPtCle H, O KiFifh % > V) = o Bl LICERL L 7= filiEda ik EI2X 61 @ X 5 12 &R1ET 1.5ml (7.0mg)
HEF L, BROCEE 2 h# U7,

HEICIIRAE DS Y a Bl (S), SA—FAETTAIFTEBEFLEZS ) a8l (AlOs), I X
FEVGREETT A I R LY a3k (AlkOs) 2iBATS,

AP E M 62 (2T, MiEHEFFL U 3 3R (19.6em?) /AU LR 6 mm O/3A Ly 2

ABICKHE L BRGNS ERA G, BRETXY VTN 23 7 u~FHr () ICBESE-#E. 5CIc
RoThdarsot—%il L THEIASE LEEREET A Z2fiBSE-,

* Dz kD
H2PtCle-6H20 KBEDET

X 61 & izikOHnE

S0 =



H: DTQ

[
\/

reactor

Y, /

flow confroler ;
stop valve ld
|
N2 &D/ | /
furnace
+ GC

cyclohexane (gas) . [ R —

satulator _M water (5°C)

cyclohexane (liquud)

X162 o R SO A i

2 —5.3 FEBREMH
7 aesFt KR UGS ERR OB REEER S A LU P IR,
SRS 7.0mg
s ihi JEE 723K
BT AL P 36 773K
T AL e ] 5 EFR
s N— VIR 1 ¥
CoH,,OHHMEE  0.99mol/m3
N, b8 # A i & 83010 %m3¥ s (/~—3)
H , fibfs 7 A i i 2.0%X1077 m¥ s
N, fie4a 7 A jii & 5.30X105m¥ s 4.12x 10 *m?¥ s
CsH, ,¥fi5 Fao 5.25x107% molls

2—5.4 TN TR EFRR
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TV SRR I VS E OREEEEE) . YA NE (T a— Vi) . I R NEV R
(653K), I R NEALGEYE (8343K) AW, FREANORREL U FIZHBAT 5,

2—-54-1 YA NLE (KBRE) 2 20

PLFOFNEICE Y Y a2 VERICT VLT OREZ R T,

O WoODRETZ7 T A BEIALTFTUoHE=Z2DA My /—f+X) TTAI=ZTAL Y TFaEFL R
(92mmmol) & 150ml OZEFKEZ AR 353KIZIR D 24 BERIMNK RS 5,

@ MAKGEE, ANy R_X—%T T 2ambi L, Ta— i BT,

(2 K¢, 363K)

BOR by —%&21F2 (18F/H)
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TAT—) WKHERE~R T2y L, 10 BRSIRERY L CEX L, HiW T, BET57- 088K

SRR LI, U o RRISHK 30 FYE LT3 & 447\ 383K Ofi T 20 43— L7z,

ZO#H, UEDHIZLTL YA M2DOE2 ) oV EREFEEICELIZRY., Y=y bz ovF o 72HA0N
TvA7aF v RNV EER L, RICZ v F o T HECOWTHIERRT 5,
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3—2. 2 Uxzv bz oFo S (A7 aF v RLOER)

NE = REE L2V ) a EREFFREICFEDIFY . HF-NHJF RA KB
KO'TMAH 8B ZRWTT y F o 72170, REEER L, ~4 7 nF v 30 BIZEHT 5 Si02
Ty Fr7iE, HF ICEER & LT NHsF 2 %272 HF-NHF BAKBERIZ LD Y2y Ry F L 7%
10 7317V, FBERAZHWTL U A M2 FBEL 7=, T2 b tiif%, TMAH (5 hS5AFAT U E= b=
ERaxdR) HIRCSIOT yF o T hiToTvA 7 0F v o X2 ER LT,

TyFUTEE
HF-NHJF [RAKIER (BEHEY¥ETHF : NH4F : H20=0.07: 0.84: 0.59) = F> % 10 min
— LURMHBE - 72 bodE — TMAH Bk (26%) =~ F 2 2 8.5h

Vrey hEyFUTEATNMER LI~ 7 uF ¥ % Figd (07T, MEORSEZMELLLEZA
100 m Th -7z,
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Fig.3 {ERlL7=~Af 7 aFr o xR

CZETOVY a BER~DOBEL £ L O-BER% Figd IT77,
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- - T™AH = F
EAFEBEL-HHO L
A AL ||
T DRk

FlEgE, )X

Figd ~A 7 o F v o RILOIERITE

-118 -



3—2. 3 UT28—An"—Dr=b ) arEiRl T AROELSIZHOWT

YU R E T AROES TGRS 2 AT T 72, BHEES Ok % Fig.5.6 (205,

HS R
)
vk L —k

L
Fig.5s [HtmbEa ORI Fig.6 [hfifesitEX

MR G O E LTIE, Ay b r—Fro bico Va  Ehax@EE, FO LS Ly 20T 2%
WED, BEBIERONRSM Ly 7 ZAHT A0 LHEIZH TS, FOBOEMEEL 200~1000V, MR
BEM 453~TT3K L &, YV a VR E A L v 7 A H T AORER FHARESE S B2 L TilimMn
HEGEIND LV HATH D, FMICOVTIE, MBRETIIY 5 RITEBEM L ROBRERE L Al
TIENRTELD, EBWMEROT M UAS AV BEBICEE > TV, THL2YartoRiEt
ULIZZEMER OIS A TE 5720, EER FOIZLA LN ZOEMERBICHND, HFALES Y arD
FEITITRDERPNDY . MHFEHENICLIVGE G- THEMT 5, 2 L TEREFHEAGREGE L
LI LTHIEPHEATHEEND,

KBTI, FIUINFEE 1000V, iREE 673K TITWWv A 7 0 F v R LS Ly 7 ZAH T ATH/S— LT,

ALy 7 AT ANTIFIEE T ARG O E R B@EARS T THY ., ) a3 RO H AL sy &
MENE D LI LTl @A, HATEALIIC L, AR 1% FigT o7t

-119 -



Fig.7T BBHBES R OKT

3—2. 4 HAHAVAOLAT L RAEOHESE

S LI-go v o EBROTAMAVAIE, TRt v 7 TCATF UV LAERESE L, Ok &,
HABHND L IICAT UV LRAFORIIFHOIZLTEHEL, Fig8 ICAT VL AFEEE L-#HOL Y 2 k%
T,

Fig8 {EfLi=~A 2 ) 7 7 51—
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3—3 T ¥ REER A~ R fL
3—3. 1 AEEARFEORS

~A 2707 —XRBRIEAE A pm LU F EIEFINS W, REROMBEUS O X 5 1 [E R
ERETHLENREBPRYORELLBLoTLEI, ZOLD, v 70 )T 7 ¥ —DOKETH D HEAEK
FOLY ORRBERENARKE W L AR L, ERREmI A A RS2 Z L 2R Lz, £2T, Yok
IR G ER A~ A 20 VT 7 ¥ —TOMBRICE D TH LR E 010, Emko Y av ik
WAZ e, 7 FIREE T Y =T HIEE W oD OB EE O TR Z 1TV F Ofl
G DV T,

3—3. 1—2 2V ariER~ofitifoK

U I HERONRICASE I LA R L, Y 2V ERE T b TR L
. WOPIZANT 1273K TRLHZ{T o7, ZOROBABEFRYL, 6 B L Lz, HEOEMKEUER
HFOWINNE, v 3l EICBHEEDS R SN L EX 65, ZHICLY 6 BOBLE T 4
mOBLMEBAER L B2 N5 17,

TR L7z SiO2 JEIZ (18RI R 57200, W< D ORI E 41T - 72,

(1) &iRi

HHNCOERE 72 Y 22 RIS, ~F47 ma (18R AT (HPtCls - 6H:0) #
i F L, BRECL VS, ERFEIEI LY ayERERy b7 L— b BT 453K TH#LL .,
0.012mol/l ~F 7 11 11 (3 &l A AKF ki (HoPtCle - 6H20) 23V > U Tili F+ 5, Koy %%,
Iz A, 573K T 2 BEfiBERK 4 5. (Fig.3-1)

*N)DIZkB
&1 >
1) a2 EAR H2PtCls-6H20 KREDE T
E—&2—

( JREF473K)
)

-

Fig.3-1 FixiEOMIREX

(2) IR FEVSRRIE

TAITEBEELEY a R EE 180°CICMAA L, BEREESRTHERKE I A MRYICLTY Y ay
HEHUCE 8% U CRbEEAHEF L=, EBR B Figd32 0 L) IcB T EEER CREs I A M LT, 7
AL L—4#—TWl5| LT 453K TEH O 2 U = HRICE TR 30 £, RotRRER 30 #)C 3 BRfilrs s
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L CikiEA ks L7,

Bk B S

= — 4 — —>- [ U
BJE 453K)

Fig.3-2 I & b fRIEAG G g 5

BiERH
Temperature 453K
Flow rate 2.5X105m?/s

Interval time 30s

Spray time 30s

(3) /ALK 18
TN =LA VT aRX L ROMKDMEZ KBS TITS A AKEEE] 2HvTs ) as it
WICTAIFE2HET S, ERFEEIUTOLIICiTo1-,

® WooohE7T7Aa (BiiarForh—L =ZoDR h oy A—f&X) 7L I= ALY TFrEFLR
#Z 0.092mol & ZRFK%E 150ml Adv, FAREEZE L, BlmARE T, 353K THIEELAAL
24 FEREINAK 37 L 7=,
MK, A by =% 7T 22648 LT 28R, 363K THEEL, 7Ara—A B0,

A by /A—Z 20 1 RREET 5,
0.092mol DAt A N% . 353K T 24 B L, S—~o bV A2{ED,

YU ERICT A I TN ERET B,
TAIFTHFLVERG LIV Y a v ERET U — 20z A, ERT-BgRsdts,
VYR EFICANT, WE% 1K/min THE LT 1073K T 1 BRGER S5,
@ SNFAT N a— L EEE (TS FHEK)

TNI=UhA VT ORFY ROMASRET VI —VEERTITY [YAXALTAa— L EREE %
AT, ) arERICT VI F28F Lz, ERFIEZLFHETIT- 2,

®@ e 6 0

OE-SODNETZTFZAa (B2 TFrd—L=2DR 1 "—(}X) T AI= AL YT ORFI R
#204g LT7TEFNALTE & 10.0g, =X ) —/L % 46.1g i, iR THET 5,
@KETNaA—LORABEKR (K:1.8g, =% /—/:46.1g) 2P~V LMz 5,
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OB MA CpH % 4.512F 5, RIRTEMBEHRL T, X—~1 N A%ES,

@OV arv B ERCTF 4y Fa—FT 4 v T TF R =T ¥ LVEBGET S,

QA ra—hLedYarvan—%&7r—4OFRICAN, KRBT 1RGSR SE, 337K T 6 K
HoIREA1T O,

@YYV aryz —%FIC AT, RES 4K/min THIE L T 773K T 5 BERIBER L 7=,

B)YIIFNT N a— ViEE (F42 = 7)) 1
STV T I a— VEREEERWT, V) a v BRICFZ =7 24 U, EBRGEITILL T FETT-
776

OUESADHETZ T A2 (BHEIAL TP —LZODR by /A~ X)) ZFZUT A4 TaEXFTR
Z284g LT FNANTE & 100g, 2-= hXTTH )L E 1181g Mz, HIRTHEEET D,

QKETNaA—VDOREBEEK (K:18g, 2= hXHT 7 H /) —/:118.1g) #d-< W &Mz 5,

OmfEZ MMz CTpH % 451275, B TE6RMEEL, X—~A ML EES,

@D Y a BT 4y Ta— by VI TF R =T PN ERAT D,

@AY a— Ly arvzn—%7vr—2OPIAN, RIRT 1 FEEEESYE, 337K T 6 K
HIRaA1T O,

@ vV arvz "—%&FICANT, BE% 4K/min THIE L T 773K T 5 BrRABER L 7=,

3—3. 2 fREEMEOTES

3—-3. 2—1 EBRERE

B 72 VT 177 COBKERE, B CRKIGEIT- 72, ERITFER TITV., ML~
filfi 2.0g # 3mm EICH v FLT, 73 Ly 7 ZAH T 2% (UME 10mm, AL 8mm, & & 59cm) 10 AHZE
WEHNT, Yo7 roR@mRlEAE#EM LWL S ICKE L,

S Fig.3-3 [ORT &2 R/ VARG TIT o T, 7OV ARIGERIEFX ¥ UV T —H R Th 5 He NS
BRBOTHAIZ DA T KIHENAT WD, TOFD, KeWE SV ATEY YT —HRATHEAT S &,
FISIN KIS TG Lizdh e, HRAZu~ T 7 4 —THITELLHITHh>TNSE, KISt 1-7
7 Z{ESER T 0.3ml IEA LT, ,

BOGEAE - ROSIRE 573K, 673K, 773K
AT AORM : FID AR u< 875 75H0, ¥ VT —HRAEINV VAT A THD, BT L%
BRI VZ-T T6m, T =7 L a iR 328K, #T7 AIRE 313K TIT- 7=,
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He

e
ARYATNTS T

Fig. 3-3 G4 X

HMORSICIRBIKIEE LT, A2 RBcF Ly, FovrLrdmiians, HOooH Ak bk
FREO1-T T Vo ORIEREEL R TE T cis2- 7T, trans-2- 7T L ORINEFEZHE L=, LLFIC#E
DB FHiEE T,

BOIG % = 100x( nCH4+2nC2Hs+3nCsHe+4 nCsHio+ 4 n cis-2-CsHs+4 n trans-2-CsHs+4 nCsHs ) /
( nCH4+2nC2Hs+3nCsHe+4nCsH10+4nCyHs+4ncis-2-CsHs+4n trans-2-C4Hs+4
nCsHe)

BIRF(T 2 )
=100x4 nCsHe / (nCH4+2 nC2H4+3 nC3He+4 nCsHio+ 4 n cis-2-CsHs
+ 4 n trans-2-C4Hs + 4 nCsHe)
BEBIRFE(cis-2- 77 )
=100x4 n cis-2-CsHs / (nCH4+2 nC2H4+3 nC3sHe+4 nCsHio
+4 n cis-2-C4Hs+4 n trans-2-C4Hz+4 nCsHe)

BN FE(trans-2-7 7 »)
=100x4 n trans-2-CsHs / (nCH4+2 nC2H4+3 nCsHe+4 nCsH1o
+4 n cis-2-CsHs+4 n trans-2-C4Hs+4 nCsHe)

3—3. 2—2 g

WL 7= ML OSRTIC 473K C 1 BRI, 823K T 8 BER. AKBFEIC L BB Tk, F0%.
~Y GRHATHR=P LT,
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3—4 Fr /BRI U - o R

3—4. 1 BRIV AKISEEC L DR

Table.4-1 (ZHHF L7 fitifl 2R U, AREIARNEIC LD OGHR, 74 P VIR, cisltrans H % Table.4-2
N5 Table.4-4 [ 27”7,

873K TIXY VT IVKESHIETT NV I F & HE LA OSSR T0% 0L ETEVWENA R L, 2R
(ZEER OB I ROS TR 10%LL T & SEIGPER 23 72 0 /NS otz E77, VAT VKR CHEE L
7RI FTOLRIIASEHE LT, RIBEETLEWVWKISEEZ R LE, Zhid, KRICBWTHES
DARFRB EHREERC LT, BHAKIEMEEL TWEDTHELEEZ NS, ZOEH, 1-7TF
ORMACFOSIIZ Y VTN KBTI ) a VR BT A28 L i, B2 HEE LR
BELTWDLEBEZALND, FH=THEIE, USFEIT 10% & ZHUTERE L0, 773K LL T DR
TRTE VT AMERKEL Z->TEY . RWIRE THRAREESKE <, KB TORAKZERRIZON
T, FA=THERFEDTII RN EEZ LD,

BiRIEL I A MGRIETHA®TZT (No.l, No.2) ZMFFLIHA. I 2 MESMRIEDIE D NHEEEN
NSV LD LT, RUSERKREN->T-, ZHE, I A MRICUTHFT 272012, ASOK 7256
DI SN EEZ LN, I A MVGIIEIZERIEL Y bR OB R THWLIEENEHND
EWVWR D,

R LY VT IETS, KEEE S TV o — VIR EHE TRt Ic K& R R o, ZORRE L
TCHEELET A I FTORMBIREI R D 2 ENFRTEAVWNEEZ LN, £ 2T, BERsEE VT,
KEREL RS L. Figd-5. Figd-6 DL 52V LTI KEEETHFE L2 T A I i Eh W ARREIC - T
WA, YATAT N a—VEEEETHEF LT LI HEIHERO L ) RO L, REASHVIREEIC
BTN, ZOZEMNL, Y NTAT N a— VERETIXT A I FTOBERERWVTEKRTE Rhvo 7
DIT, ERDO Y AIBORELE S THELEMEN Y L F NV KEREETHE L2 b OIC -~ h &L ootz b
EZz oD,

cis/trans I3 873K TIXEOMIBETHKI 1 ThoTo, JAUIBENENE AENKELT R o 7Y
NIDOHEEDEENRKRENWE B DD, RENMEL 725 & flfEiC & > T cis/trans LSRR 5 2 & A
O, KR CIXHEEOEREMEOFENRKEL LD LHEEL TV,
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Table.4-1 'V = Btk BICHEE L /- il

No. AlLO, (BHFEE wth) Pt(EFFE wth)

1 L &i12i&051)

2 7L SRS #2i%(0.037)
3 BERBRMLDIRAMNADMEEICKSRBFBR0.041)
4 SRS RE0.41) L

5 SA MRS #Ei%(0.016) SR MESMRI£(0.059)
6 VLT LKA L

7 VLT LKL Bi%i%(0.98)

8 VIV VKB R AR #Ei%(0.13)
9  VILFLTILa—)LiBEE L

10 VILVFLTZIILa—IViEEE &%:%00.75)

1 FEZF7(ZILa—ILEEE) B218:£(062)

12 MA—HLZBL7ILIFH(Pt: 5%

Table.4-2 FAbEEDIRE = & ORISR
it [%)

No. AI203(1BFF 3 wi%) PtERFE wth) 573K 673K 773K
1 L 2igik051) 0.16 0.11 15
2 L SRS #Ri%(0.037) 0 0.97 3.9
3 IEBRBHNLOIRALMEEIZ KD RIFEE0.041) 0.15 0.13 3.2
4 SAMRRIE0.41) L 16 28 6.3
5 SAMERG#E%(0.016) S ARG #%5£(0.059) 0 1.1 2.5
6 VIV ILKE % L 14.1 61.1 72.1
7 JIVET VKSR ik &2:%(0.98) 73.3 78.8 774
8 VLTIV KSR % SAMRGRRIE0.13) 83.2 79 743
9  VIFTLTILa—)VBEE L 1.7 34 10.3
10 VIUFILTIILa—)LiBEE ai%i%0.75) 0.10 1.02 48
1 FRZF(FZILa—ILBERE) BiRi%062) 9.0 10.3 13.3
12 MA—HZBL7ILIFH(Pt:5%) 81.7 78.8 71.6
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Table.4-3 &MEDIRE L DT # oo R

TR T INEY]

No. AI203(1BHF 3 wt%) PtEHFE wth) 573K 673K 773K
1 sl &i12&051) 0 0 0.58
2 L SRS #:£(0.037) 0 0.37 0.70
3 BEEBRMODIRAMAS RIS S REFEIF0.041) 0 0.075 0.69
4 SAMRSRIE0.41) L 0 0 0.84
5 SRS #Ei%(0.016) SAEASMEi£(0.059) 0 0 0.65
6 VIV VKB % L 0 0 1.1
7 VWA LKA % 212:%(0.98) 0.64 3.57 9.53
8 VIV LK IR SAMRGAE%(0.13) 0 0.471 2.11
9 VT LTILa—ILiEEE L 0 0 0.63
10 YIS IILT7ILa—)LiAK X B218i%(0.75) 0 0.48 20
1M FEA=P(ZIILa—ILREE) 218:£00.62) 3.6 48 4.7
12 MA—HZBEE7ILIH(PL:5%) 0 0.45 3.3

Table.4-4 & fRgEDIEE = & @ cis/trans Lt
cis/trans Lto[-]

No. AI203(B 5 wt%) Pt(HE#EFE wth) 573K 673K 773K
1 L &18%0.51) 1
2 L SR MRAGMRI£(0.037) 0 0.9
3 RABBENCDIRMADAEEIZ K HRIFFIBE5(0.041) 0.15 1
4 SRR ER0.41) L 1.2 16 1
5 SRS Ai%(0.016) SRS 7i%(0.059) 0 0.8
6 VIV VKBS & L 3 14.1 0.9
7 VIV L IKE % B12:£(0.98) 18 733 0.9
8 VLT LKL SAMRSAEI£(0.13) 0.9 83.2 0.9
9  VIILTIILTILa—)LiBEERE Tl 1.8 1.7 1.4
10 VIS L7 La—ILiARE B8i%i%0.75) 0.102 1.2
1 FRZP(FILI—IVREE) 212i%00.62) 1.7 14 1.0
12 A —HLBET7ILZFH(PL:5%) 0.9 81.7 0.9
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Fig.4-4 Y N7 N KEEHETHEF LT Fig.4-5 Y VAT N a3 — L

T2 FOFEm THELETAIFTORE

3—4. 2—1 =A7uv)F7rE2—0/ER L il
(ERLT=~A 7 aF v o RABER ~OREOREF 21T 7-, A%-7 /I ko R FidEm4 . 1
DOFEREY . TAIFHREZIZ AT NVKERE, AT ERIEEIZI R FASREEZ AW TH

FaiTo, (ElLizvA 7 n ) 77 ¥ —OHiKiL Fig.d-6 DHEZOEZICRT L 2 EFFER (17Tmm
X285mmX100um) THY ., fEOFMIETAIEE LT, 1- 77 o ORIEEHWTITo 7,

In ut

Figd4-6 <A 7uall 77 2—0OfE (RFFER)

3—4. 2—2 <A77 aEERIC L D REETENE O

ERILT-~A 270 )T 2% —0ilie LT, 1- 77 L ORKERIGEITo7-, BiFEEZKETAT3SK T1
iR, 773K T 3 BEf{T 7=, SHiE 1-C4Hs 7.0 X 108mol/s, N2 1.4 X 10'"mol/s Tl L. KIGIRE 773K

TiToT,
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N, X z

CH; Dq AT F—

)

C |
~ Ao yT7T Iy H—

Fig.4-7 ~A 7 v )7 7 ¥ —KIGEREK

FROFETHER LI~ A 270 ) 77 ¥ —CRISEIT> T, LY VA A KEEE TR LT A3
THEIZ, ASMEORHRICERE, IR MADREEAVZ L0, A& ABETT A I FHEDOR L
WO STEEHOMBEARRL -, FNFNOKIEHHR % Fig.4-8, Fig.4-9, Fig.4-10 (277”7, Figd4-11i3 2
NODRISRZHB LIZbDTH D, ISR D A% HEE L7 i ISR & ORISR &R
TS, BRI E & HIR T LTV E | SURBRAE 100 S H%ICITFEA IS Lo T, TAIFDLTIHIZ
ENERIS Lo 2 e @WIINESEE S5 - DT ASMEEN R IR 2 Z L b5, L L,
EOFET & FOGBEA D & B R TR AN TR L T L £ » 72,

ZOEDI, MENKIELTLESRRKNE LT, KIEHRORKEEERTH L BEILBRLTW-DT,

REOHTHBEZOND, T, REFTHIC KL DMELILEZES HIEE LT, TA N Y &BOERNEST
HZ LT L,
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butadiene selectivity[%]
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Fig.4-11 HE&RARGEIC L DEEE LD
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3—4. 2—3 HETNAIFTME~OTNLH Y ERBOTEM

FRAFHTHINC K D RS2 < Tmbic, ME~DOT7 A5 Y &RORME RS-, TAH Y EBOTEMD
SHAR 19200F  THREE b OB R THRREUS. BRMCRIG: EORIBIERBZ Y . ZHBSERE & L TRENTH
LTLESTD, TAN ) @RICE > THE EOMEEZHEET 22 LIk - T, BIRKISZMEI L, KREWF
HEPi<) LEanTng,

TARYERBIZT MY T LERANT, fiE~OT A ) EBE2IRM L, RINFELZ. AefEFCRN
D HBREICHET Y v A2 A& L OF/VET PeNa=1011 12722 X 5Nz TiTo7-, Befisis I
A NG RRIE TTHER LT,

EERFER % Fig.4-12, Fig4-13 (R T, T MY U AZBRMUIZHE S RISOBIITIEVRIGEE R L.,
B & & HITIRT L TWhvo 7z, Ll KGBESA 100 3 T EDORIERE R L, BE LI-EEEEBL 2L
MTET, 780z @RRIRCEAIEN I oA . BYECARDSAER L, BIRRITNAR VK
KBHOTWBHNB, T ULAZEMUTME T, e &bz ¥ DoV @BREREML, 100 %I
DT BIRFE{DLIENTE, £12, TR UAEZRML TOWRWREIZ ST, 7 ¥
VX UBIRENRKEZVOT, FRYTLAERRNTSZ LIk TRIRISAIEI S, FORBEE L TRE
Pzl 2 2 LN TE, BERIEMEZBDLZENTELOTRRVNEEZOND,

ZOERNS, A@MEA~OT N ) ERBOERINC L > TREBFHEZIH TE . LELRMEEELES
nZEinbhrot,

T ® Na/glL rr
Sl ‘
820 @

g -
Z
810_ D . _
U g g o O
e ., % @ @
0 50 100 150
time[min]
Fig4-12 7 F U U L O
(R 5 3)
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HIOO ' ® Na/p L S
2 i O Naiishl -
S sof _
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9 60}
3 | - 0o 0 g o
g 401 °
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0 50 100 150

time[min]

Fig4-13 F kU 7 A DI
(7 & D x o FRRR)

3—4. 2—4 M7 NAAYEBOFBERERMEIC X ATEME~D B

AITE CTRFNTHIC K2 H L EBI S HikE LT, E~OT A I YV EBOTMBAERTHD = L ibho
oo TOH, WMT 2700 Y @ROFEACIRMEIZL > TEHICEDO L ) RBEVRENDL DN ER Y
1T-o71,

ERTIE, TABVEBIZVF UL FRITLA BV ULAEANTITY, E54. 2. 3 LFEKEIC,
TR ) & BRI 2 BEMEOHEHI AW ASBKICINZ T, TAH Y ERBORMEIT-1-, A%&H
FRCEEREEIII A MBGRIEEZRWTTOY., 748 ) ERBORMEILIAL L OE /LT PtAlkali
metal=100:1, 10:1, 2:1 &R A2 L H1(T- 7,

RIGSHE R % Fig.4-14~Fig.4-31 T U7-, fEREHD L. EOMMETHRISOIRIZRISRN SO, B
L& BICRUSRITE T L. RISEEHK 100 2 T—EE 2D Z Enbnd,
ENTNOMBEDOLZEFMETORISE, 7X VT U @REE, TAH IV EROTEMET L2 Fig.4-32~
Fig.4-35 =9, 7ABV@BERNMT D LICE-> T, ISR, 72 WREIM LT3 2 Lnbro
e 7RV UBRIREFEITANY) EROBECHFMEICEILT, F60% T ETholz, ME&EERIET
PR L 7B EIC L > THEL XN DD L IICRIDHDT, BMBICKREKFELARANEEZ LN
Do JAMRAGIRIETIETANVEBRIZE > T, BINEZ L ORISRICE > -HIAN D b, HINE
BHEADHT LIS, VFULMIIGENEML, TR T A DY TATERISENBY L, 7L 0 V&R
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WTRRRA T T 7,

3—5. 2—1 QH&FZ=7ilEDHH LK

FE2=THEORBIIL, R4, 1 TBIRST YA TN a— VRS O T{T- 7,

H&F 2 =7 it Al L~ 170 ) 77 2 —CORIGHER%E Fig5 11 II57T, EREE245 L. B4
TV TR S FRRIC, RENTHIC K O AESEIL L, 1FLAERIS LT, T8, ki F &
=T EANTE, RFFTHIZL DB B Z Lo,

KIZ, ARICT MY U LEMA T, AEARR L7, OSERE Figh-12 (07T, ZRETOTAHY
CRANINUT=B&7T 0V I (Fig.d-12) 1THAD & JEEICE A < BURER 7%, 7% U L8R
L A0%D—TEDIEMEE R LT,

RELZEIET, ]EEfT-o7-, BEEIL. 623K, 673K, 723K, 773K TBI7e-7-, FHZFhoR
FEORIGER, 78 VT 8RR % Fig513, Fig514 (077, FISEEMETT5 &, KERIIEFLT
WS, 78 D 3R 1 UL 623K, 673K TIidiF & A CBKRSUS LR &7 7=, Fig.5-15,
Fig.5-16 T, Pt-Na/TiO:fifif & Pt-Na/ALOs fillit (Pt : I X FEAAOAREE 6 BSREDR) DIREEZ L OREG
R TEOTUBERFE T D, FOSRIT, TS FHEETHEEDKT & & bICKSRIHMEF LT
DTeH, FE=THETIE, 728K UL FORE TIEI—E Th -7, @V iEEE (773K) Tit. 73 HE
BDIEH N7 2 U BIRFIIRE L, BUKFRIRME BV, EVIRESE (623K, 678K) TixF# =741
EDIZ O W7 7 U ARIREILE L . BUKFEESE -7, ZHUTEER4. 1 COMEETERED 2 7 Y
== B NT, FE =T HEMRRE COBAETEMEN TS Z L L —F L., EVVIRE O
TIETF =T HEMENLTND Z EDbh o Tz,
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3—5. 3 fiOXYyTrE2)—VP— 3 XPS) 2929

INETOFERT, TAIFOELRT N T LAOPNZRE, flREORIEIC L - TEMARE S R
DT EDBDIoT, ZDI LG, EOTEEIERORENE HCWB Z bbb, £2T, H#
BB ED LD I TR I L TV B0 FRRD 72012, XPS Z AW TEHESH 21T 7=,

XPS I3t seM B ¥R OEE A HERA L, Y 7 UIL T O L D EBAT,

AlOs (Pt7z1)

Pt-Na/Al:03 (Pt : &i25)

Pt-Na/Al:Os (Pt : &34 1B 1/10)

Pt/AlsOs (Pt : I A MEViRTE)

Pt-Na/Al2Os (Pt : I R MEVSRER)

Pt-Na/Al:Os (Pt : < R FEWVHAREE, AlQs2 JB)
Pt/Na/ALOs (Pt : I A NV iEE, Na @ Si315)

SECEASECNSRCRS)

BT~ 7R 7 AOFHEXHR (12586 V) % XMIRE Uiz, E-Fv—o7 v /I L DM [#
OB ICHESE Cr b (284.6eV) ZFWTITo7,

Fig517 DX IV A RAFX ¥ L &1T-7-% T, Ptad5, Al2s, Ols D —7 O H#FHARHERIE L
7co NIST X-ray Photoelectron Spectroscopy Database?d% £ T, #NEFHhD ' —27 OEE SN
binding energy % Table.5-1 127773,

- 165 -



Table.5-1 XPS Ov'—7
element | spectral line Formula Binding EnergyleV]
Pt 4d5/2 Pt 3142, 3146, 3147
PtO 3173
PtO2 318.1
45/2 Pt 742,745
41/2 Pt 708,710,713
PtO 738,742,746
PtO2 746, 749, 750
Pt/AI203 710
Na 1s Na 10714
Na20 10725
2p Na 304, 305, 308
Na20 313
2s Na 634, 635
Na20 64.2
Al 1s Al 1558.2
Al203/Al 117.9
2p Al 728
Al203 743, 746, 74.7
Al203/Al 748, 75.876.2
2s Al 1179, 1180, 1182
Al203 116.3, 118.7, 1190, 1206
Pt/AI203 1196
Al203/Al 1204, 1206, 121.0
0] 1s PtO2 5314, 5319
Al203 528.3. 531.0, 532.3
Pt/Al203 5314
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1 L L
1000 800

1) Ptad5 (7

Fig.5-18 I £ Fi Ptad5 RO B — 2 2o, TA L FOHROY - FATIZASFHE L T el -
b, E—ZidiHE e o7z, Figs19~Fig24 |2/ A ZOPL, ©'— 7 OSEEITV, F— 2 0%
fTolct—2&ad, ZhiHd e, TLTILO Ptad5 IO E—7 13,

@Pt-Na/Al:0s (Pt : &2 315.3eV

@Pt-Na/Al:Os (Pt : FiZit: #E 1/10) 314.6eV

@Pt/ALOs (Pt : I A FEAIRL) 315.0eV

GPt-Na/Al:Os (Pt : I A MEVMigiE) 314.2eV

@®Pt-Na/Al:Os (Pt : I & MV, AlOs2 &) 314.5eV

(@DP/Na/Al:Os (Pt : I A MV, Na : &iRib) 313.4eV
Thol,

Table.2-1 226, @, ®, ®, @R PtOE— 23R 5N, @, @I PO DE—7 B3R bhi-,

@L@D6, FILERETY, HFEIVNEWVIE I BEESZRAXF—IVNEL ot BLBODEED
BFFENE CAME T, FRGERR > THHETRAX DR L <OV TH L0, ALOHEFEN
WA TG T FNNX R T LT LESZEbis, 354, 2. 6 CHEENDRWNEI N
BUSHRRREDSTOIR, ZOLSITASOBEIRENZELL TLEW, RIS Z 5 L., Pt 5 P2t
LB LI ThD EVR D, BADHIE 20T, PYUSIO: il T, V) = HbROBE AP % 2
LSEDHZ EICE > TSI BOEREZE(L S, Foire SiO: BOEAREZFHLTNWD, ERICLS L, B
(RALERRH R A B L Bl OH T, FISENPKE VI PSR E— DV hE Dot 0w,
FEATRAFX—A/NZVNEE, METEHIRE{ B L EZ NS, @LATIXASHEROL QD
1295, HETHINX—IVIZDT, EEHPKEL R-oTNBLEEZ LS,

@, ®. @b, F MY T LAOFMBEABEZ 5T LIZ, BE—=2BL 7 FLTWAZ ERbMD, 2O
Lk, Bl LT MY o a0MBE TEESR E LD EAREZLND,

G, @NHT I FRBOIERZL ST, Ptads DE— 7 OFLBINEE A CTL Lo, TA3HE
DIEFN X » T Pt OEMAZEEE 5 X TN LR 5,
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DALOs (Pt:72L) 118.9eV
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ThoT.

QDT N I F O TIRER T FAX—7 118.9eV T Table.2-1 LV ALOs D —7 Bk bhi-, Ad%
EFF LY, ©—2 027 P LT, PYALOs £ DE— 73BN 7-D T, PYALOs & L THFFELTW
WaHZ Ehbhg, LI, BHEROZVQ@H—FL 7 MBKEVOT, ASORICL->T Al OBRH
KELSEDLLZ Lhbins,
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P, RO ALOs DE— 7B L via Bt 2 5n5,
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BHEHED R E S Ipo=DiE, AEEIMEZ D Z LIC L O BEIREED Pt 525 PERHIE(EL T L E»-- 0
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Fiz, T ) T LADOPIMEIZLSTO Ptad5 O —27/132 7 FLTWAD T, ALH Wi Fofg
A L CORFHTHHZ IS L TV A 720 Thed, Bl L THIZB 0 TWA Z L bl

Al2 s #(7, Ols #E(IOE—2Z77n6  1ZEAEALOs & LTIAEL., AEEEE 2 5 L. PYALO;s
ICE—Z B 7 FLTWhoTz,
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4—1 LIz

EE, 7 IV XLUFO~A 7 aF v o fhk S ESEMEETFEOBEMNEE~SHT 2 aJRetEh
BEtEhTnd, Fv o FVOMELERRECEHRESRIISCT, 792 Fv s, v Var, & . A
FARESESEThD, ZH LizwAraFyorpul, 1) BAMKED-  ORERENSKRE D, 2) &
TR KB TIRED R, 3) BRSBTS NS, 4) BEFEORBEL, 5) MO BOEBEIT
BE, 7R EORHEN D D, LERUSHEADISHIZBN TS, 29 LA TE) T2 &0, e ERL,
LRNFMTH LN TED, T2 ZE, 1T LOREBE LS FO 7 » FURISICEBT HEODRE,
7Y =¥ —VISFITIBT DI OSSR, FER= M bURNCBIT 5 Ak 2 AR EOBA, 7
I/ BEORBEMEEHUTIT DI ORI, FEEHFEECBIT D VAR ADB LR ER BT NS, %)
TR ERU Yoo TE, ENENDPIEORHEE G T RN es (74 7 aF v L) OFERPLE L
2%, BAKHYRBUSIZ OV T DR ORI, HEIHED SN TWHOTEREINW Y,

EEOL, HEBRNREDS WG~ A 70 ) 77 2 —%2FT 2 BRI, ) arFy FEER
L. 74 MUY IT5T7 4 —THER ULIZF % o RAN~OREOREHEE R L TV D 2, —HT, s
TR IS CHEITT DAL D T=0I1E, HTAF v 7HFRH L. 2HERIC L A RUSRmiEons
BHICRRTAED TS, ARTIHL BB ORFFEEIZ W TRITT 5,

REARZRORIGE, A% @ L CRUSD BE8 Lz . RISHEITLIZY 45, - T, TREERDERREIC
LT, REEOLENRKREV] LW I~ 7 aF v o FAOREETEI T, 2RO RBWRISENER
TEDITTHD, F-. 2HEFRAUSERAY QSN ETRE L TERTEUL. RSSRHN% 2
PN T D Z & T, BxOMREPSL L THEHRS Z &2/ RBOSEERO 2T 7H35EEL AT
REL 72D, LinL, WEDRZRD 2 SORMA TR ZERLT 5 DOIRRE#TH S, =2 T, IWISIE, 248
JBREZ LT D20, A 7 aF v U RNVHREAERRO T A KT A L 25RE L. BiROLE L% BiE
TREET>TEY ¥, AULDIE, WA TEOEMERIEHL T3 Y, YHREICENTEH, K
V—ER)L Y. ZOHA RIA NPED~A I a ) T 7 Z—ORMEZTFOMREREFTL T 5,

AR TIL B K 2HRRISOET V& L THIER S A VORGSR ETY BT, BRI,

MV AZERIR LTS Y A MR E KRB E DIRAIZ L D RERISE~A 70 ) 77 Z—%HOEiR~
80'COFPHTHME L, EHEDRISULRFTORIE L ik LT,

CeHsCClIO (in toluene phase) + H,O (in aqueous phase) — C¢HsCOOH + HCI

HUER A ME, FEREAT AR L, SESEREMARBUNZRIAENS 9, ZONKSK
IS, AP IAFET 58, BIRUSE L TEOO GREISETT 5, Lizii-> T, Rl COWEBENE
FEIIRNDETNVBURTHD L L BT, BRI, w178 YT 74 =T A VERWT-ER
POSZRGHT HER. BEtT <& THLH D,
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4—2 <A 7uBBNLIZLBRATVABF S

JEX 200 mDAT > L AEKIZ~A 7 @M L C B 200y m X 10c mD Y FHIF ¥ > L (2
A1 W) &AfER L7 (NUSS01), K 1irRdEB0, ET25 707 4V T— L, KUH
—IRF— MREIT L TAT & VAR —ZEIE LT, UGB IR B SR A IR EERIE U 7= i ciz L,
PONREZFRE Uiz, REMRREOBIZIZIT, Mo RUKE R 2 350 L CEfECHB LT, X212k
ENRREOBMEE EE 2777, ERREEN 0.33ml/min ( hbml) +0.33mlmin (k) LLETIHK2 (a)
WO K9 REE LT 2 FIBAME ST, 0.08+0.08~0.33+0.33(ml/min) DR T, 2 fAFEi e EH3,
2 (b) OLIH %, MATHMWEE T E 72 -7, 0.08+0.08(mY/min) A T Tk, ®2 (¢) Ok 9724
REHADVE T, 77 7O X DT Uz, EEEOIKSISE. SISOk k<2 4 v (400mol/
m3) BLUWEMEREDT b T5 7 (400mol/m3) % ML ARSI TRISKRE Ll /a7 4 —4&
— e L. 5, BEKENO~A /a7 4 —F—THHRTH 2L T, A 7 aF ¥ o RAHClifE%
HAR STz, HRWEIRIE. MAIL-BEICIE L, FHEL THOBELZ L 2 AT, MiHE K 2 SFTic it
Uiz, AR, RIS ECT A7, WifAE 0 L ZORRERE L TR 2 3HE
Lize GWTMEIH AR u~ 8757 4 =Tk 5T, #ERE RIS L ZEREORR S LTI 3 IR, G
HE=0.33+0.33mI/min (Z2fH1FRF#1=0.36s) THUGE 2.56%, 0.08+0.08ml/min (ZZiHE=1.44s)
TS 4.98%, 0.04+0.04ml/min(ZEfEIHHH=2.88 s ) THUGHK 6.97 Th -7~
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4—3 HA KRG ANEHFTABF oS
4-3. 1 FH—K 2D

JEiA ZESEDTHRE LT, K4ITRT L7, B#RIROTA RTA L2~ Af 7 aF v Ao
JURIZERE L= 7 A X FRF v orb (2 ASH+2 ) 23 —ER) L 0 #2472V /=(TSR Y
—R)y ZNOOFEEH AR LICELD, ERORT ULV RBF v o RV L HME LT, 5I10Y 77 #—
DAL THE RS, 74 "N VT T7T7 44—y N2y F U PIETHT ABM I 417797
TERRROFEGTRE (A RTA V) 2HTE~A 7 0F v o AMERENTZ, ZHUTH T R H /3 —% B
EBELTITIE—F 7L L AT VL RABRGRVE—IZEE LT, SBIL. T 7ar Ry X o FE A LT,
BOMAD D EEE L-, ERIT, K7 e R 72 v, HAREIMS, LT L, Moy —
K 2 FRIROTEMABEOBMEE T E 21X 6 33 L O 715777, 0.02( Lt )40.02(K) (ml/min)BL F O
HWETIE, K6 (b) OXH72 2 HERMEONZ, ZOfuiX 6 (a) ko, HANKEE TEE
LTEY, 2HBDTEEIBEOFTREM AR L T D, BHEEEZ/NE<T 5L, KT 0L IITHNITRE
N2 5, LIV NSWERIIK T (@) DX ST, HA RTA ORI I | ELNIMEE ST TIT 8,
HNDBRELRD L, —FHOMBHTA RTA 2B LT, HFOMRURAT S, ZTORER, K7 (b)
DX IO L REAR—E L 220 | ERRSBHLER TE R D,

EEH QA RIS Lot L7s, X8 ICHEHFRH 0 COMEIROMK, X 9 (AR 0 ToRitEk
DR E T, E LT 2 FE 2 9 (8 0.02+40.02 ml/min UL BT, M UHICEFOAD
BHAISH D L OO, (HTTERSHNER SN EEXD, —FH., TRX Ve EE2 TFs L. K
7T DL BRENDEL, HAIZERDOBADRD BNz, ZOXH2, 2 ANI—2HHo X 7RI 77 #—
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